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Abstract

High-harmonic-generation (HHG) is a highly nonlinear up-conversion process, in which
an incident radiation field is converted into high multiples (harmonics) of the incoming
frequency. Currently, HHG provides the only tabletop source of extreme UV (XUV) and
soft X-ray coherent radiation. Important applications include attosecond pulse generation
and high-energy atomic physics experiments.

The efficiency of the HHG is very low. This motivated the development of quantum
coherent control schemes for the enhancement of the process. Learning algorithms were
applied successfully for both theoretical and experimental optimization of HHG. However,
this approach is limited by the low efficiency of the search process.

Quantum optimal-control-theory (OCT) is the most successful optimization method for
quantum coherent control problems. It is based on the formulation of the control task as a
maximization problem by the calculus of variation formalism. The search process of OCT
utilizes, explicitly or implicitly, the gradient information of the optimization hypersurface.

In the present research, a theoretical method of optimization of HHG is developed in
the framework of OCT. A numerical search is performed to locate an optimal driving pulse
profile for a selective enhancement of harmonics. The optimal pulse is constructed from a
predefined available band of the laser source.

The control requirements include the maximization of the emission in a selected fre-

quency or spectral region, the minimization of the total energy of the driving pulse and



minimization of permanent ionization.

At the first stage, we address the more general problem of optimization of harmonic-
generation (HG). After the establishment of the basic principles, we address issues which
are unique to the HHG problem.

A major challenge in the optimization of HHG is a reliable numerical simulation of
the HHG dynamics, which is known to be a difficult task. A reliable description requires
highly accurate numerical tools.

The absorbing boundary conditions are realized by a complex absorbing potential
(CAP). A new optimization method for the construction of the CAP is employed in
order to minimize reflection and transmission from the boundaries.

The propagation is performed by a new highly accurate and efficient scheme, which
is based on a semi-global propagation approach. The propagation method is adjusted to
non-Hermitian dynamics, which characterize the dynamics under the influence of the CAP
(Chapter 3). The application to the simulation of the dynamics of HHG is demonstrated.

A simple optimization scheme for the OCT formulation is employed in the earlier pub-
lication (Chapter 2). This scheme is later rejected for being too slow for the HHG problem,
which is considerably more complex than the low-order harmonic problems. A more so-
phisticated quasi-Newton method (BFGS) is employed instead. It was required to adjust
the optimization method to the specific control problem due to several unique issues.

The method is demonstrated in both low-order harmonic generation problems and HHG
problems. The spectrum of the driving pulse is successfully restricted to the required spec-
tral band. Selected frequencies are successfully enhanced, and the permanent ionization
probability is successfully restricted. A comparison to reference pulses demonstrates that
a significant enhancement is achieved by considerably lower total energy of the pulse and
permanent ionization probability.

We demonstrate the ability of violation of the HHG selection rules, which confine the



emission spectrum to odd harmonics. This possibility is allowed due to the break of the

characteristic symmetry of the typical pulses employed for HHG.
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Chapter 1

Introduction

When high intensity light is irradiated on an atomic or molecular gas, higher frequencies
are generated [11,12, 15 16]. This phenomenon is known as high harmonic generation
(HHG) [7,8,13]. The current approach to attosecond pulse generation [3,0,11,17] is based
on this phenomenon.

It is of great interest to control the high harmonic generation phenomenon in order to
increase the intensity of the emitted field at the frequencies of interest. Other desirable
requirements that can be added to the control task are an economical use of the laser
intensity, and limitation of the ionization rate.

The problem may be addressed by means of quantum control. Quantum control deals
with the task of controlling quantum systems by time-dependent electric or magnetic fields.
This can be achieved by an appropriate design of laser pulses, using pulse shaping tech-
niques.

In order to control a quantum system it is desirable to find the optimal field for the
task of interest. Two approaches have evolved for seeking the optimal field for quantum

control problems:

1. Experimentally, by a sophisticated trial and error process using a genetic algorithm;



2. By theoretical calculation, using our knowledge about the quantum system.

The main importance of a theoretical method of calculation lies in the feasibility of
investigation of the control mechanism. A theoretical calculation provides direct knowledge
about the evolution of the quantum process. In contrary, experimental measurements are
blind to the details of the evolution; any conclusion can only be deduced indirectly from
the measured observables.

Another advantage of a theoretical method of calculation is related to the optimization
process. The optimization method in a theoretical calculation relies on a knowledge about
the direction of search, which is unavailable in the experimental approach. As a result,
the theoretical optimization process is advantageous over the experimental one, which can
rarely be exhausted with a practical number of experimental iterations.

Optimal control theory (OCT) is currently most successful theoretical method available
for finding an optimal field in quantum control problems. In the framework of OCT, the
problem is formulated as a maximization problem using the calculus of variation formalism
(see [1,10,19,24]).

Great progress in the task of controlling HHG has been achieved in the first decade of
this century by using an experimental approach [1%8,23,25]. However, basic understanding
of the mechanisms of the optimized fields is still lacking.

This motivates the development of a theoretical optimization method for HHG. How-
ever, the development of an OCT scheme poses several theoretical and numerical challenges,
which delayed the development of a successful scheme until the current decade.

In principle, it is possible to perform theoretical optimization of HHG based on a
genetic algorithm scheme, as in the experimental search. This approach has been applied
in several theoretical studies [2,5,9,21]. However, the computational simulation of the
quantum dynamics is orders of magnitude slower compared to the experimental time-scales.

This drawback combined with the low efficiency of the genetic algorithm optimization



results in an exceedingly slow optimization process. Consequently, the exhaustion of the
search process becomes infeasible in reasonable time. Thus, in our view, this approach is
inferior and should be avoided if possible. It is usually employed as a test of the control
opportunities in experimental settings.

The current research aims at the development of an OCT scheme for the optimization
of HHG. It represents the first successful effort of addressing this task. The task can be

divided into two parts:

1. The development of an optimization scheme for the more general problem of opti-
mization of harmonic generation; the HHG problem can be considered as a special

case of the general problem.

2. The development of tools which are required specifically to the particular problem of

HHG; several features of the HHG problem require a special treatment.

The original research goals were the following:

1. Development of theoretical tools for optimal control of high harmonic generation;

2. Exploration and investigation of new harmonic generation mechanisms;

3. Optional: Prediction of optimal fields for the generation of high harmonics experi-

mentally.

The present thesis demonstrates the realization of the first research goal. The finding
related to the second goal are not presented in the current framework. The realization
of the third goal requires further work, and constitutes an important topic for a future
research.

In Chapter 2, the general theory of OCT of harmonic generation is established. A

simple optimization scheme is proposed. The method is applied to low-order harmonic

10



generation problems as well as to a below-threshold HHG problem. Chapter 3 describes
the propagation method and its application to the current physical situation. In Chapter 4,
the theory is further developed, with application to above-threshold HHG. An improved
optimization scheme is also described. We conclude in Chapter 5 by a general discussion

on the whole research, with an outlook for future directions of further research.

11



Chapter 2

Optimal-control theory of harmonic

generation

Published; full citation:
Ido Schaefer and Ronnie Kosloff, Optimal-control theory of harmonic generation, Phys.
Rev. A 86 (2012), 063417.

In the present chapter, the theory of OCT of harmonic generation (HG) is developed.
A simple optimization scheme is applied, based on a relaxation process.

The paper focuses on the application to low-order HG problems. A single example of
HHG control is also presented. However, the problem is an atypical HHG problem, where
one of the Bohr-frequencies of the system is targeted (see Chapter 4). In the chosen HHG
problem, the employment of absorbing boundaries can be avoided by the requirement of
complete elimination of permanent ionization. This considerably simplifies the application.
However, the requirement of complete elimination of permanent ionization was found to be
unachievable in typical HHG problems, which necessitates the employment of absorbing
boundaries. The application to typical HHG problems is thoroughly treated in Chapter 4.

The final application to HHG in Chapter 4 differs from that presented in the current

12



chapter in several aspects. In Chapter 4, the optimization method is replaced by a more
sophisticated one. The method of restriction of permanent ionization is replaced by an-
other method which allows a predefined permanent ionization probability. The required
boundary conditions of the driving field are not imposed in the basic formulation presented

in the present chapter; this is corrected in Chapter 4.

13



PHYSICAL REVIEW A 86, 063417 (2012)

Optimal-control theory of harmonic generation
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Coherent control of harmonic generation was studied theoretically. A specific harmonic order was targeted. An
optimal control theory was employed to find the driving field where restrictions were imposed on the frequency
band. Additional restrictions were added to suppress undesired outcomes, such as ionization and dissociation.
The method was formulated in the frequency domain. An update procedure for the field based on relaxation was
employed. The method was tested on several examples demonstrating the generation of high frequencies from a

driving field with a restricted frequency band.
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I. INTRODUCTION

When high intensity light is irradiated on an atomic or
molecular gas, higher frequencies are generated [1,2]. This
phenomenon is known as high harmonic generation [3-5].
The current approach to attosecond pulse generation [6] is
based on this phenomenon. Significant effort has, therefore,
been devoted to optimizing the process of harmonic generation
[5,7,8]. Optimizing by control of the phase and amplitude of
the incident light suggests coherent control [9].

The present paper addresses theoretically the issue of an
optimal control strategy for harmonic generation. The target
of optimization is the system’s dipole operator. To be a
source of radiation, the acceleration of the dipole operator
should oscillate in the frequency which is much higher than
the driving field frequency. The idea is to exploit the significant
theoretical development in optimal control theory (OCT)
[10-14]. The hope is that the optimized pulses will unravel
specific mechanisms of harmonic generation.

OCT for harmonic generation poses two significant chal-
lenges:

(1) a constraint on the bandwidth of the incident control
pulse has to be imposed;

(2) the target is designated in the frequency domain while
OCT is typically formulated in the time domain.

Several suggestions for dealing with the first issue appear
in the literature in a more general context [13-20]. It has been
attempted to deal with the second issue by the means of the
general OCT formulation of time-dependent targets [13,21].
However, no results from this approach have been reported.

In the present study, the two challenges are overcome by the
formulation of the control problem in the frequency domain,
replacing the formulation in the time domain. In this approach,
the frequency requirements of the problem are expressed in a
natural and direct way. A simple and effective optimization
procedure, suitable for our formulation, is suggested.

II. OCT OF TIME DEPENDENT PROBLEMS

We first review the formulation of optimal control theory for
time dependent problems. Let us denote the time-dependent
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state of the system by | (¢)), the drift Hamiltonian by ﬁo,
and the driving field by €(¢). The dynamics of the system is
governed by the time-dependent Schrédinger equation, under
a given initial condition:

Ay ()

o — —HOWO),

[¥(0)) = [¥o) )

where ﬁ(t) = ﬁo — [ie(t). (Atomic units are used throughout,
so we set i = 1.) The optimization functional for time-
dependent targets becomes (see [13,21-23])

J = Jmax + Jvound + Jpenal + Jeons (2)

T
Jnax = fo w(t) (Y ()10@) |y (1)) dt,

, (3)

w(t) > 0, f w(t)dt =1

0
Joound = k(W (DIODIY(T)), « >0 4)
T
Jpenal = —a/ eXndt, a>0 3)
P 9 N

Jeon = —2Ref0 <x(t)|§ + iH@®)|y (1)) dt, (6)

where O(t) is the time-dependent target operator, |x(¢)) is a
Lagrange-multiplier function, and 7T is the final time. Jyax
represents the target to be maximized. Jyoung 1S @ boundary
term. The inclusion of this term prevents boundary problems
(see [23], Sec. 2.2). Jyenal is a penalty term on the intensity
of €(t). Jeon represents the constraint on the dynamics of the
system—the time-dependent Schrddinger equation.

The resulting Euler-Lagrange equations become

ahg?)) = —ifOW @), [Y©0) = %) 7

8|);§t)> = IO 0) — w00 (),

IX(T)) = O y(T)) N
H(r) = Ay — f1e(r) ©)

() = _Imx® (sz y(o)
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This formulation is suitable for targets that are well defined
in the time domain. For problems with frequency requirements
this approach has to be modified.

III. OCT OF HARMONIC GENERATION

The harmonic generation problem may be divided into two
distinct parts:

(1) The driving field spectrum has to be restricted to the
frequency range available from the source.

(2) The intensity of the emission of the system in the
desired portion of the spectrum has to be maximized.

These two parts will be treated separately in the next two
subsections.

A. Restriction of the driving field spectrum

The task of restricting the driving field spectrum is of
considerable importance in OCT; the reason is that most of the
computed fields turn out to be too oscillatory to be produced
experimentally. This problem may be overcome by limiting
the spectrum of the field to sufficiently low frequencies.

Several approaches for achieving this goal have been
proposed. In Ref. [13], a spectral filtration of the driving
field is performed in each iteration of the Krotov algorithm.
This approach leads to a nonmonotonic convergence of
the optimization procedure. In Ref. [14], a two-dimensional
penalty term is introduced in order to control the spectral
properties of the driving field. This approach might lead to
numerical instabilities or to nonmonotonic convergence of the
optimization procedure (see [23], Sec. 3.2.1). In Ref. [15], the
problem of optimization of a general driving field function is
replaced by the optimization of the coefficients of a list of
frequency terms.

In the present approach the restriction on the field spectrum
is achieved by placing a penalty function on the undesirable
frequency components of the field. The regular Jpepq from
Eq. (5) is replaced by a penalty term formulated in the
frequency domain. In Ref. ([23], Sec. 3.1.2), it is shown that
there is a close relationship between this formulation and the
methods presented in Refs. [13—15].

The cosine transform is employed as a spectral tool. Other
spectral transforms (i. e., the Fourier transform or the sine
transform) could be used as well. For a typical signal, a cosine
series is known to converge faster than a Fourier series or a
sine series (see [23], Sec. 3.1.1).

The operation of the cosine transform on an arbitrary
function g(¢) is denoted by the symbol C, and the transformed
function by g(w):

2 o0
B =Cle] =, = / e(t)cos@ndr.  (10)
0

The inverse cosine transform will be denoted by C~:

2 oo
C 'g(w)] = /;/0 g()cos(wt)dw = g(r).  (11)
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The driving field in the frequency domain is defined by a
finite time cosine transform:

2 T
E(w) =,/ —/ e(t) cos(wt) dt. (12)
T Jo

The maximal cutoff driving frequency is denoted by 2. The
penalty term from Eq. (5) is modified to

Q
1

Jpenal = —oe/ Ew)dow, a>0 (13)

pet 0 fel)

where f.(w) is an adjustable function, which satisfies the

conditions:

Q
/ f@do=1, f(@)>0. (14)
0

o determines the cost of large fields; cf. Eq. (5). fe(w)is chosen
to have small values for undesirable frequencies and regular
values for the allowed frequency region. It may be interpreted
as a filter function, as can be seen in Sec. III C. An additional
envelope shape can be forced on the profile of the driving
field spectrum by choosing an appropriate filter function. A
complete filtration of undesirable frequencies is achieved in
the limit f.(w) —> O for undesirable w values. For practical
purposes, fe(w) may be set to O for these values.

B. Optimization functional for harmonic generation

The field emitted by the system consists of the frequencies
contained in the spectrum of the dipole expectation. In order
to maximize the emission in a desired frequency region, the
amplitude of the dipole moment oscillations in this frequency
region is maximized. Thus, the physical quantity of interest is
the dipole moment expectation value:

() (0) = (Y@l @) . 15)

The dipole spectrum becomes

2 T
() (w) = Cl{a)®)] = \/;/0 () (0) cos(wr)dt.  (16)

To maximize the emission in the desired region of the
spectrum, the following functional is chosen:

1 (@ —
T—— / FU@E @do, 2>0 (7
0

where f),(w) satisfies the conditions:

Q
/(; ful@ydow =1, f.,(w)>=0. (18)

A is an adjustable coefficient, which determines the relative
importance of Jyax. A is redundant with ¢, but from numerical
stability considerations it is useful to vary it independently.
fu(w) is a filter function, which has pronounced values in the
frequency region of interest.

Equation (17) can be generalized to an arbitrary Hermitian
operator 0:

Q JR—
Jmax = %k/ fo(w)<())2(w)dw, A >0 19)
0

(0)(w) = C[{O)(D)], (20)
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Q
/0 folwydw =1, fo(w) > 0. 21

One possible application of this generalization is in the case
when itis desired to maximize emission with polarization other
than that of the control field. For instance, if the control field
is x polarized and we require the emission of the y polarized
field, & in H(?) is set to be /i, and O = fLy.

The full maximization functional for the harmonic genera-
tion problem becomes

J = Jnax + Jpena] + Jcon, (22)
1 & —2
Jinax = z)»/ Jo(w)(0) (»)dw, (23)
0
Q 1 5
Joenal = —O & (w)dw, 24)
e /0 felw)

T
Jeon = —ZRG/O (X(f)|% +iHOl @) dt.  (25)

C. The Euler-Lagrange equations for harmonic generation

We choose the functional derivative of the objective in the
frequency domain:

8J
se(w)

(26)
The resulting Euler-Lagrange equations become

Ay ()

ot
) , ) )
léit» = —iH®)|x(®)) — AC7'[fo(@)(0)(@)]OY (1)),

Ix(T)) =0 (28)

= —ifH@) |y @),

[¥(0)) = [¥o) 27

where ﬁ(t) = ﬁo — f1e(t) and

Im(x (1) | 2] ¥ (1))
o

€(w) = fe(@)Cn®], n@)=— (29)

€(t) = C7'[e(@)] = C™' { fe(w)CIn(®)]} . (30)

Note that the expression for 7(¢) is the same as that for €(¢) in
Eq. (9). €(¢) in Eq. (30) can be interpreted as the filtered field
from the regular control problems, where f.(w) plays the role
of a filter function. A comparison between Egs. (8) and (28)
leads to a similar interpretation of the inhomogeneous term in
Eq. (28) (cf. [23], Sec. 3.3.1).

It is convenient to avoid normalizing f,(w) and fo(w), and
substitute them with

fe(w) = Jd@) (31)
o
fo(w) = Afo(w). (32)

D. Optional modifications for the optimization problem
1. Prevention of dissociation

Typically, when strong driving fields are employed the
system dissociates or ionizes. This phenomenon can be
avoided by restricting the system to localize in an “allowed”
subspace of Hilbert space [22], for example, eliminating access
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to all eigenstates with energies above a threshold energy.
Another option is to restrict the state vector to regions of space
far from the threshold of the potential well. A similar idea is
to restrict the dynamics to the allowed momentum values.

In order to restrict the system to the allowed subspace,
two modifications in the maximization functional J are
employed:

(1) Jmax 1s modified to include the contribution only from
the allowed states.

(2) A penalty term on the forbidden states is added to J.

The first modification is achieved by the replacement of the
expectation (O)(t) in Eq. (20) by the expression:

Py ®)I0P, Y (1)),

where P, is the projection operator onto the allowed subspace.
For instance, if all energies above the threshold E; are
restricted, then

L
Po=) 1o (el (33)
n=0

If the system is restricted in the x space to remain in the interval
[Xmin,Xmax], then:

P, = /X Ix) (x| dx. (34)

Xmin

If a smooth filtration of states is desired, P, may be
generalized to a weighted projection operator, which will be
denoted as P;. For instance, P, from Eq. (33) is modified to

N-1
P = sileagnl, 0<s, <1 (35)
n=0
where s, decreases gradually from 1 to O near the threshold.
P, from Eq. (34) is modified to
B = [scomlar =5, 0<sm<t G0

where s(x) decays to 0 near the boundaries of the allowed x
interval.
The resulting modified J,x becomes

A

1 (9. —2 R o n
Jmax = 3 / fo(@){0,) (w)dw, O, =P,0OP,. (37)
0

The second modification is the addition of the following
penalty term to J (as suggested in Ref. [22]):

T
Ty = —y / WOR OV, y >0 (38)
0

where P r is the projection onto the forbidden subspace, and y
is the penalty factor of the forbidden subspace.

It is possible to achieve a smooth filtration of states by
using a state-dependent penalty factor. For instance, in the
energy space, Eq. (38) is generalized to

T
Jrorb = — /0 G AVIGIEIS (39)

=

fﬂ; = yﬂ"/)n)(wn |’ Vn 2 0 (40)

Il
o

n
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IA’; is a skewed projection. y,, is the penalty factor of the state
|@n). It should be O for the allowed energy domain and increase
gradually with n near the threshold energy. In the x space the
skewed projection is

?ﬁs[ﬂx)lxﬂxmx:y(ﬁ), yx)=0 (41

where y(x) increases gradually in the forbidden x regions. A
smooth penalization is recommended in order to decrease the
difficulty in the optimization process.

When the Hilbert space is very large, it becomes impractical
to compute all the eigenstates. Nevertheless, a restriction of the
allowed subspace in the energy space is still possible. s, and
¥, should be defined as functions of the energy, i.e.,

Sp = S(En)’ Yn = y(En)

Then we have

P =s(Ho). P! =y(Ho). (42)

S(ﬁo)|1//(t)) and y(ﬁo)h//(t)) can be approximated using
standard methods.

When P = and IA’))’C =0, J reduces to Eq. (22).

After inserting these changes in J, the equation for | (¢))
[Eq. (28)] is modified in the following way:

alx (@)
ot

= —iH(D)|x (1))

—{C7 ' Fo(@)(0.)(@)]0, — P}y (). (43)

2. Prevention of boundary effects

In practice, a finite time spectral transform is approximated
by a discrete series. Care should be taken on possible
boundary effects; otherwise noise (“ringing”) throughout the
spectral representation of the signal is generated. For a cosine
representation this effect is relatively small. If necessary, it is
possible to reduce this phenomenon by trying to enforce the
boundary conditions. The appropriate boundary conditions for
a cosine series representation of (0)(r) are

d0)0) _ - dO)T) _

s 0. 44
dt dt “h

Usually, the condition at + = 0 is automatically satisfied
because the initial state is typically chosen to be the ground
state. The condition at + = T may be enforced by an addition
of the following penalty term to J:

dt

=
WV

Jbound = — <K 0. 45)

1 [d(ONT)T
> ,
k is an adjustable parameter. When « =0, J reduces to
Eq. (22). . .

In the special case that [{1,0] = 0, the insertion of Jyound
results in a relatively simple modification of the Euler-
Lagrange equations. The natural boundary condition for | x (¢))

PHYSICAL REVIEW A 86, 063417 (2012)

in Eq. (28) is replaced by
Ix(T)) = k([Ho,01)(T)[Ho,01|¥(T)). (46)

The general case is more complex and will not be discussed
here.

The derivation of the Euler-Lagrange equations is presented
in Appendix A.

E. Optimization procedure

For current optimization posed both in time and frequency,
the well established optimization procedures do not converge
monotonically or converge very slowly. We therefore em-
ployed a more direct relaxation method to update the driving
field from iteration to iteration. In the present context the
method consists of the following update rule for the driving
field:

E"V(w) = Keth(w)+ (1 — K)eM(w), 0<K <1 (47)

el (w) = fu(@)CI-Im(x (OIAIY (D)) le@wmeri@)].  (48)

The updated field is a mixture of the previous field and the field
computed from the Euler-Lagrange equation [Eq. (29)], using
the previous field for the computation of | x(¢)) and | (¢)). K
is the mixing parameter, which determines the weights of the
two fields. The value of K is decreased when the optimization
process progresses.
The scheme for the implementation of the relaxation
method becomes
(1) Guess a driving field spectrum €@ (w).
(2) Set Q1) = C7'[eO(w)].
(3) Guess an initial value for K.
(4) Propagate |y ©(r)) forward from t =0 to t =T
according to Eq. (27), with € Q(z).
(5) Calculate J©@ with [ ©@(¢)) and €O (w).
©6) k=0.
(7) Repeat the following steps until convergence:
(a) Set | x®(T)) according to Eq. (46), using | ®(T)).
(b) Propagate |x®(#)) backward from t =T to t = 0
according to Eq. (43), with e®(z).
(c) Do the following steps, and repeat while J ™l < J®:
(i) Set a new field, using Eq. (47):

" () = K fi(w)Cl-Im(x©O)|aly P )]
+(1 = K)e®(w),
Etrial(t) — Cfl[gtrial(w)]'

(i) Propagate |"!(¢)) forward fromt = Otot = T
according to Eq. (27), with "2 (z).
(i) Calculate J" with |"12l(7)) and €"il(w).
(iv) If J¥al < J® then set K = K /2
(d) Update all the variables:

g(k+l)(a)) — Etrial((,()),
[y @) = [pdl@)),

e)k=k+1.
It can be shown (see [23], Sec. 3.2.3) that the relaxation
method, in the context of quantum-OCT problems, can be
considered an approximated second order gradient method

6(k+1)(t) — Elrial(t),
J(k+1) — Jtrial
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TABLE I. Description of the notations in the tables.

Notation Description

H, Unperturbed Hamiltonian

o Dipole moment operator

[¥o) Initial state vector

T Final time

fe(w) Scaled filter function of the driving field

Fu(®) Scaled filter function of the dipole moment
expectation value

& (w) Initial guess of the field

L Index of the maximal allowed eigenstate

Y Penalty factor of the state |¢,)

s(x) Projection function onto allowed x regions

y(x) Penalty function on forbidden x regions

K; Initial guess of K, for the relaxation method

x domain Domain of the x grid

N, Number of equidistant points in the x grid

T Tolerance parameter of the optimization process

(quasi-Newton method), where the Hessian of J is approxi-
mated by the Hessian of Jyepal.

IV. APPLICATION

Our method is demonstrated in four simple harmonic
generation examples. The propagator for the Schrédinger
equation is based on an efficient and highly accurate algorithm
recently published [24].

The convergence condition of the optimization procedure
is

2 2ol
Henew —EOd”

<7, 49)

[|€ new |

where & is the discrete vector of frequency values on an
equidistant @ grid and 7 is a tolerance parameter. More
numerical details may be found in Ref. ([23], Appendix B).
The important details of the problems and the computa-
tional process are presented in the tables. Atomic units are
used throughout. The notations in the tables are described in
Table I. ®(x) denotes the Heaviside step function. The initial

20

151

0 0.‘5 'i 1‘.5 2
w (a.u.)

FIG. 1. f.(w) of the TLS problem.
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2 2:5 é 3:5 4
w (a.u.)

FIG. 2. f,(w) of the TLS problem.

state in all problems is chosen to be the ground state, denoted
as [¢o).

A. Two level system

The first problem is tripling the driving frequency by a two
level system (TLS). The unperturbed Hamiltonian is

A 1 0
H, = [O 4:|. (50)
The dipole moment operator is chosen to be the x Pauli
matrix:
A 0 1
M_@_L J. (51)

The driving field is restricted to be centered around w = 1 a.u.,
by a “hat” filter function (cf. Fig. 1). We require maximization
of the emission in the region of the characteristic frequency
of the system, w; ¢y = 3 a.u. A Gaussian function is used for
fu(w) (see Fig. 2).

The details of the problem are summarized in Table II.

The optimization process converges rapidly to a solution.
The convergence curve is shown in Fig. 3.

The resulting spectra of the driving field and the dipole
moment expectation value are shown in Fig. 4. €(w) is shown
to be successfully restricted to the desired portion of the

TABLE II. The details of the TLS problem.

. b i
’ o
1Y) [(1)]

T 100

fe(w) 20 sech[20(w — 1)]
Fulw) exp[—10(w — 3)*]
&(w) sech[20(w — 1)*]
K 0.5

T 1073

063417-5
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20f
18}
16}
— 14}
12}
10t

0 1 2 3 4 5
number of iterations

FIG. 3. The convergence curve of the TLS problem.

spectrum. The hat envelope shape is apparent. {{i)(w) mainly
consists of a large peak at w, o, as required.

B. Eleven level system

The second problem is of an eleven level system (11LS).
The problem is designed for harmonic generation by a
resonance mediated absorption mechanism (for example, see
[25]).

The unperturbed Hamiltonian is

1
2.1

3.9 0

9.9
11

(52)

FIG. 4. (Color online) The spectra of the driving field €(w) (red,
gray) and the dipole moment expectation spectra ({i)(w) (blue, dark
gray) for the TLS problem.

PHYSICAL REVIEW A 86, 063417 (2012)

TABLE III. The details of the 11LS problem.
H, Eq. (52)
Q Eq. (53)
[Vo) |©0)
T 100
JA) 500(1.3 — w)
fu(w) O(w —9.9)0(10.1 — w)
&(w) 0.3 —w)
K; 1
T 1073
The dipole moment operator is
0 1 17
1 0 1
1 0 1
1 0 1
1 0 1 0
o= 1 0 1 (53)
0 1 0 1
1 0 1
1 1
1 0 1
|1 1 0 |

This i couples between neighboring eigenstates and between
the outer eigenstates, |¢o) and |¢i0). The driving field is
restricted so as not to exceed the region of the resonance
frequencies of the neighboring levels, w,;;, = 1au. We
require an emission in the neighborhood of the Bohr frequency
of the outer energy levels, wjg o = 10 a.u. ﬂ(w) and f“ (w) are
chosen to be rectangular functions.

The details of the problem are summarized in Table III.

The convergence curve is shown in Fig. 5. The resulting
é(w) and m(a)) are shown in Fig. 6. Our method is shown
again to be quite efficient in maximizing the emission in the
required region.

C. Anharmonic oscillator—the HCI molecule

In this example an anharmonic oscillator is used to
double the incoming frequency. The oscillator chosen is an

N WA OO N
T
I

—_
T
L

0 50 100 150
number of iterations

FIG. 5. The convergence curve of the 11LS problem.
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é(w) (a.u.)

L L L L

0 2 4 6 8 10 12
w (a.u.)

FIG. 6. (Color online) The spectra of the driving field &€(w) (red,

gray) and the dipole moment expectation value (i)(w) (blue, dark
gray) for the 11LS problem.

approximation of the H**Cl molecule (see Appendix B). As in
the previous problem, the intended mechanism is of harmonic
generation by resonance mediated absorption.

The coordinate of the one-dimensional oscillator is the
displacement of the internuclei distance, rg_¢;, from the
bottom of the well (r*):

xX=ry_c —r*. (54)

The approximated potential function V (x) and dipole moment
function p(x) are shown in Fig. 7.

é(w) is restricted not to exceed much the characteristic
frequency of the bottom of the well:

wp = 1.35x 1072 a.u.

We require maximization of the emission in the neighborhood
of the second harmonic:

wy0 = Ey — Eg =2.54 x 1072 a.u.

ﬂ(w) and fu(a)) are chosen to be rectangular functions.

0.15
- 10.1
;: 0.1f ] /;
- z
=~ o &
0.05¢ 1 <
1-0.1
O n n n
0 1 2 3
z (a.u.)

FIG. 7. (Color online) The approximated potential V (x) (blue,
dark gray) and dipole function u(x) (red, gray) curves for the HCI1
molecule.

PHYSICAL REVIEW A 86, 063417 (2012)

TABLE IV. The details of the HCI problem.

H, S 4+ 0.171[exp(=0.975 %) — I2
Q (0.19309 X){I — Re[tanh((0.17069
+0.056854 i )(X — 0.10630 1)'%977)1}
[¥0) [¢o)
T 10*
fe(@) 2500 ©(0.015 — w)
fu(®) 100 ©(w — 0.025) ©(0.027 — w)
L 19
0 n<19
Va {(n—l9)2 n> 19
(w) ©(0.015 — w)
K; 1
x domain [—0.69407, 3.51178)
N, 32
T 1073

In order to prevent dissociation of the molecule, the
energies above the dissociation threshold were restricted (see
Sec. I D1).

The details of the problem are summarized in Table I'V.

The convergence curve is shown in Fig. 8. The resulting
é(w) and W(w) are shown in Fig. 9. m(w) mainly consists of
alarge linear response to the driving field, as could be expected.
However, there is also a significant nonlinear response in the
region of the second harmonic frequency, as required.

A detailed analysis of the results of the first three examples
may be found in Ref. ([23], Chap. 4).

D. One-dimensional particle in a truncated Coulomb potential

The last example demonstrates the application of our
method in a system with stronger nonlinearity. A driven
electron in a Coulomb potential is the system studied. The
model has been extensively studied in the context of harmonic
generation [4,5]. Typically, for strong driving fields a comb
of odd frequencies is generated up to a cutoff. In the present
example the target is the emission of a single high harmonic
of the driving frequency. This target has similarities to the
experiment in the Joint Institute for Laboratory Astrophysics

16} ]

14 ]

12} ]

0 L L L L L L L
0 20 40 60 80 100 120 140

number of iterations

FIG. 8. The convergence curve of the HCI problem.
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300

1200
200 1
100 100 =
S g
—~ 0 0;3,
5 =

o

-100

-100
-200 1
1-200
~300 : ‘ : ‘ :
0 0.005 0.01 0.015 0.02 0.025
w (a.u.)

FIG. 9. (Color online) The spectra of the driving field €(w) (red,
gray) and the dipole expectation spectrum ({i)(w) (blue, dark gray)
for the HCI problem. Two significant peaks appear: A large linear
response of the dipole to the driving field, and a significant nonlinear
response in the neighborhood of the second harmonic. Notice the low
frequency component of the driving field which changes the static
part of the Hamiltonian.

(JILA) [26] where the emission of the 27th harmonic was
enhanced relative to its neighbors using a genetic algorithm
optimization.

Our model consists of a particle of unit mass and charge
placed in a truncated Coulomb potential constrained to one
dimension (see Fig. 10):

Vx)=1- ; (55)
x2+1
The dipole operator is 2 = X.

The driving field is restricted to frequencies which are much
lower than the resonance frequencies of the system. €(w) is
restricted so as not to exceed the region of w = 0.07 a.u. The
shape of ﬂ(w) (see Fig. 11) induces a smooth filtration of
higher frequencies. We require maximization of the emission

potential energy (a.u.)

—910 -20 0 20 40
z (a.u.)

FIG. 10. (Color online) The truncated Coulomb potential
[Eq. (55), solid black] and the potential energy of the system under
the influence of a strong field (dashed red).
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O L L L
0 0.02 0.04 0.06 0.08 0.1 0.12
w (a.u.)

FIG. 11. f.(w) of the truncated Coulomb potential problem.

in the region of one of the Bohr frequencies of the system,
ws o = 0.624 a.u. For the filter f,(w) a rectangular function is
employed.
The edges of the x grid are restricted using the method
presented in Sec. III D1. s(x) and y(x) are shown in Fig. 12.
The details of the problem are summarized in Table V.
The convergence curve is shown in Fig. 13.

The resulting field €(w) and dipole (/i)(w) are shown
in Fig. 14. The largest peak of (f1)(w) is located near the
fundamental frequency of the system, w; o = 0.395 a.u. The
response in the desired frequency is marked on the figure.
The method is shown to be effective also in the production of
frequencies considerably higher than those of the driving field.

The final solution obtained up to the chosen 7 is not a
converged solution, as can be deduced from the convergence
curve shape at the end of the optimization process (see
Fig. 13). If the optimization process is carried on to smaller t,
contributions to (21)(w) from interactions with the boundaries
of the x grid begin to be significant. Nevertheless, a converged
solution which does not involve such undesirable effects can
be obtained. This is achieved by the increment of the y(x)
values during the optimization process before the spurious
effects appear.

1
0.8f ( \
06}
\;%/
@wn
0.47
0.27 L
0 . . .
-40 -20 0 20 40

z (a.u.)

FIG. 12. (Color online) s(x) (blue, dark gray) and y(x) (green,
light gray) of the truncated Coulomb potential problem.
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TABLE V. The details of the truncated Coulomb potential problem.

H, %2 S \/);T-#I

a X

) [%0)

T 2000

fe() 5 x 10* {1 — tanh[100( — 0.07)]}
AR O(w — 0.61) ©(0.63 — w)
5(x) 0.5 [tanh(x + 35) — tanh(x — 35)]
y(x) 1073 [1 — s(x)]

&(w) 0.3 {1 — tanh[100(w — 0.07)]}
K; 106

x domain [—40, 40)

A 128

T 5x 1074

Maximizing the response of an arbitrary frequency, which is
not one of the Bohr frequencies, was also achieved. However,
the resulting amplitude of the response was found to be consid-
erably smaller than the response for a Bohr frequency. Larger
response was obtained when partial ionization was allowed.
Technically, this requires absorbing boundary conditions. This
topic is still under investigation, and is therefore not presented.

V. CONCLUSION

Optimizing harmonic generation is one of the most difficult
tasks in the context of quantum control. A major obstacle
is that the target objective cannot be formulated in the time
domain. Additional restrictions have to be added to suppress
ionization or dissociation. A theoretical method of calculation
for optimal control of harmonic generation was studied. The
task was addressed by the means of OCT using a frequency
domain formulation. The relaxation method was used as the
iterative optimization procedure.

For low and intermediate control fields, fast convergence
was obtained when the emitted high harmonic fit a fundamental
Bohr frequency of the system. Stronger fields can modify the
system thus allowing harmonic emission in other frequencies.

0.06

0.05f

0.04f

0.03f

0.027

0.01

0 50 100 150 200 250 300 350
number of iterations
FIG. 13. The convergence curve of the truncated Coulomb po-
tential problem.
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1
150
0.5 o5
= %
\ o =
— PP N N P —
3 0 N ey vy ‘\T,' 0 \3/
g <
_05 1-25
. . . A . . 1-50
0 0.1 0.2 0.3 0.4 0.5 0.6

FIG. 14. (Color online) The spectra of the driving field €(w) (red,
gray) and the dipole expectation spectrum {{1)(w) (blue, dark gray) for
the truncated Coulomb potential problem; the response in the desired
frequency, ws o = 0.624 a.u., is marked by a black ellipse. The largest
peak of (/1)(w) is in the fundamental frequency, w; o = 0.395 a.u.

The difficulty we found in locating such solutions was that they
competed with dissociation or ionization. Thus, the method
should be modified to allow partial dissociation or ionization.

This paper focuses on the control aspect of our method.
However, the physical interpretation of the results is of
interest. Significant physical insight can be deduced from
the optimized fields, unraveling new harmonic generation
mechanisms, as was demonstrated in Ref. ([23], Chap. 4).
Further studies employing the current approach will contribute
to the understanding of harmonic generation processes, in
particular nonadiabatic mechanisms which go beyond the
three-step model [3].
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APPENDIX A: THE DERIVATION OF THE
EULER-LAGRANGE EQUATIONS

The general maximization functional is rewritten in its full
form, for convenience:

J = Jmax + Jbound + Jforb + Jpenal + Jcon, (Al)
o = / Fo@)0) @dw.  fo) >0 (A2)
0,)(w) = \/> / ) (1) cos(wt) dt, (A3)

1 0)(T)
Jbound = _5 |: dt :| ) K 2 0 (A4)

T
Jior = — fo WOy (o) di (AS)
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S|
Jpenal = _/ ]F (@)
€

é(w) = \/7/ €(t) cos(wt) dt, (A7)

Ew)dw, fu(w)>0 (A6)

Joon = —2Re / (KOl +AOW O, (A9)
0
N . N 2 (%
F(t) = Hy — fe(t) = Hy —;z(,/; / @) Cos(a)t)da)).
0
(A9)

The constraint equations are

0 R
VO~ o), o) =1 (410
“é’t(”' PO, (WO = ol (AL

Equations (A10) and (A11) ensure that
Wl =1y).

Assuming this, all the computations can be performed us-
ing (A10) only.
The extremum conditions are

8J
sew) (Al2)
o7 = (A13)
Sly(0)
87 = (A14)
S (Y ()l
8J
= Al5
81y (1)) (A1)
5J
— = Al6
8 (¥ (1) (10
After integrating by parts the following expression in Jeop:
ad
< @ )‘ w<r>> ,
we obtain
Joon = —2Re[(X(T)|1/f(T)) — (x (@[ (0))
1o 4
- / <(— + iH(t))x(t) W(t)>dt}. (A17)
0 ot

For simplicity, we will assume that Jyounq has no explicit
dependence on €(w). This requires that [,&,0] =0 [see
Eq. (A31)], or that k = 0. The expression for the left-hand
side (LHS) of (A12) is obtained using (A6), (A17), and (A9):

is‘] _ 8{penal 8;]c0n i (A18)
se(w)  Se(w) = sE(w)

8Jpenal _ 2 g(a)) (Al9)

Se@)  fulw)

PHYSICAL REVIEW A 86, 063417 (2012)

8Jeon T H(r)
Jon _ 5 Re —z/o o 22Dy a

8&(w) d€é(w)
2 T
— 2Im [\/j / ORI (@) cos(wt)dr]
7 Jo
— 2 Im(CL DAY )]} (A20)

From (A12) and (A18)—(A20), we obtain the following
expression for €(w):

é@) = fe(@)Cl-Im{x (1) A|¥ (1))].

In order to derive the LHS of (A13), we first write the
explicit expression of Ji.x as a functional of |y (¢)):

(A21)

1 Q T T B R R
Jow =+ f / / Fol@) W D109 0) (OO
T Jo 0o Jo

x cos(wt) cos(wt’)dt dt' dw. (A22)

The expression for the LHS of (A13) is obtained us-
ing (A22), (AS), and (A17):
(SJ _ 5Jmax Slforb 8100n
Sl @) Sl | slw@) | Sly@)
Olnax _ 2 / ’ / L @O0 O )
= — w a a
slyay  wty Jo 7°

x cos(wt) cos(wt’) dt’ dw

2 (%
Z\/—/ fo(w)(
T Jo

(A23)

0,)(w) cos(wt) dw(yr (1|0,

= C ' [fo(@)(0a)(@))(¥ ()]0, (A24)

(SJforb o
= — P, A25
519 (0) (U ()] P (A25)

8eon A
S - o + (H@®)x @)l (A26)
Using (A13) and (A23)-(A26), we obtain
dx 0l _

—GHO X (O] — (Y (@)

dt
x €7 [ fo(@)(0) (@10, — P7}. (A27)

Equation (A14) gives the adjoint of (A27):

Mx®) _
ot

—iH®)|x (1))

—{C7 [ fo(@)(0)(@)]0, — P} }yr(1)). (A28)

In order to derive the expression of the LHS of (A15), we
write (A4) in a more useful form. Taking the expectation value
of both sides of the Heisenberg equation, we have

d(0)(T)

= i([H(T),00)(T). (A29)
In the special case that [/l,é] = 0, we have
d(0 (7).
o = i([Ho,O1)(T). (A30)
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In this case, Jyounga becomes

Jhound = gw(T)uﬁo,O]W(T»Z. (A31)
The LHS of (A15) is
8J _ 5Jb0und SJcon i (A32)
Sly(T)) — Sly(T))  Sly(T))
(SJbound _ A A A A
S K (Y ()| [Ho, Oy (1)) (¥ (T)|[Ho,01,  (A33)
Ben___ ) (A34)
slp(ry
Using (A15) and (A32)—(A34), we obtain
(X(T)| =« (Y(T)|[Ho, Oy (T)) (¥ (T)|[Hy,0]
= «([Ho,O1)(T)(y(T)|[Hy,0]. (A35)
Equation (A16) gives the adjoint of (A35):
Ix(T)) = «([Ho,ON(T)[Hp, 0Ny (T)).  (A36)

Equations (A27), (A28), (A35), and (A36) ensure that
(x®] = [x@)'.

Assuming this, all the computations can be performed us-
ing (A28) and (A36) only.

We collect the resulting equations, (A21), (A28), and (A36),
together with the constraint (A10):

Ay ()

” (A37)

= —i Oy (1)),

[V (0)) = o)

A x(@®)
ot

= —iH®)x®) — {C7'[fo(@)(0u)(@)]0, — P}
X |y (1)),

PN A (A38)
|x(T)) = Kk ([Ho, ON(T)[Ho,O]|%(T))

PHYSICAL REVIEW A 86, 063417 (2012)

H(r) = Ho — fie(t)
. (A39)

&) = fe()C[=Im{x (@) |l Y ()],
€(r) = C'[E(w)].

These are the Euler-Lagrange equations of the problem.

(A40)

APPENDIX B: THE APPROXIMATION OF THE HCl
MOLECULE

The potential of the H-C1 bond was obtained by adjusting
the parameters of the Morse potential

V(x) = Dylexp(—ax) — 11* (B1)

to experimental data on HCl—the atomization energy of
HCI and the frequency of vibration, using the infrared (IR)
absorption frequency for the transition to the fundamental
state. We made a few reasonable approximations. The resulting
potential is presented in Table IV (the second term of Hy).

The dipole function was obtained by adjusting experimental
data to a reasonable functional form. The experimental data is
the first four derivatives of p(x) at equilibrium [27]:

(d ”“) . n=1234
dx" eq

The functional form is

u(x) = arx{l — tanh[ax(x — az)™]}. (B2)

We made the approximation:

d"u N d",u
dx" J._ dx" /., ’

The resulting system of equations was solved using the
Symbolic Math Toolbox of MATLAB. The resulting function
is complex. We take its real part (see Table IV).
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Chapter 3

Semi-global approach for propagation
of the time-dependent Schrodinger
equation for time-dependent and

nonlinear problems
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The present chapter discusses the development of a highly accurate propagation method,
and its application to non-Hermitian dynamics in general, and the physical situation of
HHG in particular. The dynamics of the HHG problem becomes non-Hermitian due to the
employment of absorbing boundary conditions.

The HHG simulation requires highly accurate numerical tools, due to the sensitivity of

the high-harmonic spectrum to tiny numerical artefacts (see Chapter 4). The propagation
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method described in the present chapter enables minimization of propagation artefacts.
Another source of inaccuracy is imperfection in the absorption capabilities of the absorbing

boundaries. This topic is also addressed in the present chapter.
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1. Introduction

The time-dependent Schrodinger equation (TDSE),

dy (t) i A

FTan ﬁH(t)W(t) (1)
is a central pillar in quantum dynamics. Solution of the equation supplies insight on fundamental quantum processes. For
the majority of problems closed form solutions do not exist. An alternative is to develop numerical schemes able to simulate
from first principle quantum processes. In the present paper we concentrate on the issue of time-propagation.

We assume that the formal operation ¢ = l:hp can be carried out in a matrix vector representation, v = Hu. Hence, the
problem of solving Eq. (1) becomes a special case of the problem of solving a general set of ordinary differential equations
(ODE’s).

Historically, the common practice in early studies was either to solve Eq. (1) by general methods for solving a set of
ODE'’s, or by methods which were developed particularly for Eq. (1). General solvers for a set of ODE’s rely on approximations
to a low order Taylor expansion of v (t), derived from Eq. (1). This leads to the necessity of a time-step propagation scheme
(see Sec. 2.2). The most popular methods for general applications are the Runge-Kutta methods [7]. Another method, which
became very popular in early quantum studies, is second order differencing [23].
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0021-9991/© 2017 Elsevier Inc. All rights reserved.
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Commonly, early researchers preferred other methods, which were intended specifically for quantum applications. These
methods have conservation properties of certain physical quantities, such as norm or energy. The popular methods are
Crank-Nicolson implicit scheme [40] and split operator exponentiation [12] (it is noteworthy that the second order dif-
ferencing method has also special conservation properties). These methods are also equivalent to an approximation of a
low order Taylor expansion of v (t), and lead to a time-step scheme. The advantage of these methods over the general
methods is questionable, since the overall quality of the obtained solution is not improved over the general methods. The
convergence becomes non-uniform—the error is accumulated in the physical quantities which are not conserved by the
propagation scheme. In particular, the norm conservation leads to larger accumulation of errors in phase.

All the methods that were mentioned can be classified as local methods. They all share the common property of being
equivalent to a low order Taylor expansion in time. The Taylor expansion has slow convergence properties, which limit its
application for approximation purposes to low orders. This leads to the locality of the solution, and consequently, to the
time-step integration scheme. The drawback of a time-step scheme is the accumulation of the errors in each time step,
which limits the accuracy for realistic times. The time step At is limited by the spectral range of H, AE. Typically, the
propagation process is numerically stable only for time-steps which do not exceed At ~ 11_0ﬁ/ AE. The final accuracy of a
Taylor propagation method scales as O (At") where n is the order of the method.

A breakthrough in solving the TDSE was the development of the global Chebyshev propagator. The global Chebyshev
propagator solves Eq. (1) for a time-independent Hamiltonian, H(t) = H, without the necessity of a time-step scheme. The
whole propagation interval is treated globally in a single step. The development of the method was led by the insight that a
local time-step integration scheme is unnecessary when integration can be performed analytically. With a time-independent
Hamiltonian, Eq. (1) can be directly integrated to yield

¥ (t) = exp (——Ht> v(0) (2)

The direct computation of this expression becomes highly demanding for large-scale problems (see Sec. 2.3.1); the computa-

tion in the Chebyshev propagator is based on a polynomial Chebyshev expansion of the evolution operator, U= exp(—il:lt)

[48]. The method has uniform convergence and does not accumulate errors. The computational effort scales as ~ M . The

Chebyshev scheme outperforms all other methods for problems with time independent Hamiltonian operators [27] More
than thirty years after it was introduced it is still the method of choice for efficient and high accuracy solution to large
scale problems with a time-independent Hamiltonian [53].

The case of a non-Hermitian Hamiltonian requires a special care. The global Chebyshev propagator was developed for a
Hermitian Hamiltonian. Without modification it is not suitable for non-Hermitian operators. A generalization of Chebyshev
are Faber polynomials which enable to enter the complex plane [16,20,21]. A different approach for non-Hermitian oper-
ators led to the development of Newtonian propagators. The Chebyshev approximation on the real axis is replaced by a
Newton interpolation in the complex plane. The first application was the solution of the Liouville-von-Neumann equation
[5]. The Newtonian scheme was later implemented also to the Schrédinger equation with absorbing boundary conditions
[1]. A comparison of the different schemes and the relation to other propagators [9,37,51,54] has been reviewed [15,24].

The global schemes mentioned above assume a previous knowledge on the eigenvalue domain of the Hamiltonian. Com-
monly, such a knowledge is missing, in particular in non-Hermitian problems. In such a case, the global approach can be
implemented by the Arnoldi approach, using a restarted Arnoldi algorithm (see, for example, [47]). A paper on this topic
has not been published to date.

The focus of the present study is solving the Schrédinger equation for problems in which the Hamiltonian is explicitly
time-dependent. Such problems are common in ultrafast spectroscopy, coherent control and high harmonic generation.
Another typical complication arises when the Hamiltonian becomes nonlinear, i.e. explicitly depends on the state ¥ (t). Mean
field approximation typically lead to such equations. Examples are the time-dependent Gross-Pitaevskii approximation [4],
time-dependent Hartree [26,29] and time-dependent DFT [14]. In general, Eq. (1) cannot be integrated analytically for a
Hamiltonian with time-dependence or nonlinearity. A less common complication arises when a source term is added to the
Schrédinger equation. Such equations can be found in scattering theory [34] and in particular problems in coherent control
[35,41,42].

The common practice to overcome the explicit time dependence, or nonlinearity, is to resort again to a time-step scheme,
which relies on Eq. (2). The propagation interval is divided into small time-steps, where the Hamiltonian is assumed to be
stationary within the time-step. This becomes equivalent to a first order method in time. The result is either a significant
increase in computational cost or low accuracy. In our opinion, this is a misuse of the global Chebyshev propagator, which
is intended to overcome this very problem. A better scheme is based on the Magnus expansion [28] to correct for time
ordering, and a low order polynomial approximation for the exponent of an operator [2,6,10,49]. This leads again to a local
scheme, since the radius of convergence of the Magnus expansion is limited [6]. However, the scaling of the error with At
is improved over the common naive practice. Another local approach with improved scaling is to use a high order splitting
method [44].

Attempts have been made to implement the global approach in problems with time-dependent or nonlinear Hamilto-
nians. A very accurate scheme was developed, based on embedding in a larger space, which includes also time. In the
extended space, the problem can be formulated by global means [38]. The drawback was the very high computational cost
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which scaled as AE At Aw where AE is the eigenvalue range of the Hamiltonian, At is the time step and Aw is the
bandwidth of the explicit time-dependent function. In addition, the method was not applicable to nonlinear problems.

Another attempt was proposed in [3]. Like in the global Chebyshev propagator, the propagation method is based on the
idea of global integration of Eq. (1). A direct integration leads to an integral equation:

t

wt) = (0) — %/ﬁwm,rw(r)dr 3)
0

The integral is approximated by the expansion of the integrand in time in a truncated Chebyshev series, which can be
integrated analytically. This results in a system of equations of ¥ (t) in multiple time-points. In the nonlinear case, the
system of equations becomes also nonlinear. Seemingly, this replaces the problem of time-propagation with the even more
difficult problem of optimization. However, the system can be solved by a relatively simple iterative scheme when the
time-interval is sufficiently small. This leads again to a time-step scheme. The hope was that it will be possible to use larger
time-steps than other propagation schemes, thus leading to reduction of the error accumulation during propagation. Later
it was found that this approach led to extremely small time-steps and a large number of iterations, thus becoming highly
inefficient (from our experience, and private communications with the author). The failure of the method clearly lies in the
necessity of solving a system of equations, a task which was found to be much more demanding than a local propagation
scheme.

The introduction of source terms was followed by the development of a global propagation scheme for inhomogeneous
problems [22,32]. This led to new insight to the problem of the time-dependence or nonlinearity of the Hamiltonian. A new
global scheme, based on integration in large time-steps, was first introduced in [33]. The method is based on another inte-
grated version of Eq. (1), in which the v (t) dependence in the integral expression is minimized in comparison to (3). Here
again, an iterative scheme is used to solve the resulting system of equations. This scheme was a significant improvement to
that introduced in [3]. However, we found that it gave inferior results in comparison to a 4'th order Runge-Kutta scheme
(RK4). A drastic improvement was achieved by new insights on the propagation scheme [50]. The improved scheme was
demonstrated to be significantly more efficient than the Taylor methods, particularly when high accuracy is required. Quite
importantly, the scheme was generalized to solve an arbitrary set of ODE's.

The propagation approach of the new scheme, as well as Ref. [3], combines global and local elements. Hence, it can be
classified as a semi-global propagation approach.

The original global Chebyshev propagator [48] was easy to program. This led to fast proliferation with many applications.
The new algorithm for explicit time dependence became more involved with three user defined parameters which control
the accuracy and efficiency. However, we believe that the vast increase in efficiency is worth the effort of learning and
computing the algorithm.

The present paper consolidates the numerical scheme. In addition, the application of the algorithm is extended to non-
Hermitian Hamiltonians. Our purpose is to give explicit description of all steps and considerations in the scheme to enable
the potential user either to program from scratch or to be able to tailor an existing program to the problem of choice.
Although the scheme is more involved than the basic Chebyshev scheme, we hope that the explicit description will lead to
proliferation of the method.

2. Theory
2.1. Definition of the problem

Let us rewrite the time-dependent Schrédinger equation in a matrix-vector notation:

du(t)
dt
where u(t) represents the state, and H(t) is a matrix representing the time-dependent Hamiltonian of the system. (Atomic
units are used throughout, so we set i =1.)
In our discussion, we shall consider a generalization of Eq. (4). First, we let H include a dependence on the state vector,
u(t), i.e. H= H(u(t),t). This results in a nonlinear equation of motion. In addition, we include an inhomogeneous source
term s(t). The time-dependent nonlinear inhomogeneous Schrédinger equation reads:

= —iH () (4)

du(t)
dt
Actually, Eq. (5) has the form of a much more general problem. A general set of ODE’s is equivalent to an equation of
the following form:

= —iH@(t), t)u(t) + s(t) (5)

du(t) .
dt =g(u(t), t) (6)
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where g(u(t), t) is an arbitrary vector function of u(t) and t. This can be always rewritten as:

du(t) - . .

Tk G(u(t), Hyu(t) +s(t) (7)
where G(u(t), t) is a matrix. Hence, the problem of solving Eq. (5) is equivalent to the problem of solving Eq. (7), by setting
Gu(t),t) = —iH(u(t), t). As a matter of convenience, we shall use the form of Eq. (7) in our discussion.

The initial condition for the vector state is:

u(0) =t (8)

We require the solution, u(t), at an arbitrary time t.
2.2. Local approach—Taylor methods

The popular algorithms for solving a general set of ODE’s are based on Taylor expansion considerations. In order to
illustrate this approach, we will consider the Euler method which is the simplest Taylor method.

The Euler method is based on a first order Taylor expansion for approximation of the solution at a close point. The
solution at t = At is approximated by:

du(0)
dt

u(0) is given by Eq. (8). du(0)/dt can be computed by plugging Eq. (8) into Eq. (7). Using a first order approximation, the
solution will be of low accuracy, unless At is sufficiently small. In order to get an accurate solution far from t =0, we have
to march in small time-steps. The solution at t = 2At is computed in the same way, using u(At) from Eq. (9), and Eq. (7)
for obtaining du(At)/dt. We continue by repeating this propagation technique until we reach the solution at the final time,
which will be denoted as t =T. If desired, the accuracy of the solution can be improved by choosing a smaller time-step
At. Of course, this requires more computational effort.

The Euler method is rarely used, because of its slow convergence properties with the decrement of At. The error of the
solution in T scales as O (At). Other Taylor methods are based on higher order expansions. The error of a Taylor method of
order n scales as O (At™).

The most popular Taylor methods are the Runge-Kutta methods. The idea underlying the Runge-Kutta methods is to
approximate the Taylor expansion without a direct evaluation of high-order derivatives of u(t). The Taylor expansion is
approximated by first order derivative evaluations, using Eq. (7). This approximation preserves the scaling of the error with
At. For instance, we consider the Runge-Kutta method of the 4’'th order (RK4). The solution at t = At is approximated by:

u(At) ~u(0) + At (9)

q R L
u(At) ~u(0) + E(kl + 2k; + 2ks + kyq) (10)

ki = Atg(@(0), 0)

- f - l_&] At
ky = Atg u(0)+7,—

2
ks = A ﬁ(0)+f‘2 At
3_ g 27 2

K = Atg(U(0) + k3, Al)

Eq. (10) approximates a fourth order Taylor expansion. In our numerical example (Sec. 4) we shall use RK4 as a reference
method.

The Taylor approach is based on local considerations—in each time-step, the solution u(t) is approximated using our
knowledge on the local behavior of u(t) at the previous time-point. The information on the behavior of u(t) is deduced
from its derivatives at the time-point. For this information to be accurate, it is essential that the time-point in which the
solution is to be evaluated is close enough. Hence, it is necessary to propagate in small time-steps. The many time-step
propagation scheme results in a large computational effort. Moreover, the error is accumulated during the propagation
process. These drawbacks are direct consequences of the locality of the Taylor approach.

Another drawback of the Taylor approach lies in the slow convergence properties of the Taylor series. These reduce the
efficiency of this approach when using high order Taylor expansions. The popular Runge-Kutta methods are based on 4’th
or 5’th order expansions.

In what follows, we shall accommodate with these problems by developing a more global approach for the task of
solving Eq. (7).
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2.3. Global approach using closed integrated forms

In order to approach the problem in a global manner, we seek a way to treat the whole time interval of the problem in
a single stage. Indeed, Eq. (7) can be solved in a single step in the special cases that it can be integrated analytically. The
closed integrated forms in these special cases constitute the basis for the present approach.

2.3.1. Time-independent Hamiltonian
We start from the simplest case with a closed integrated form. The Hamiltonian is time-independent:

H(t)=Hop

or, equivalently:
G(@t) =Gy

In addition, there is no inhomogeneous term:
S(t)=0

Eq. (7) becomes:

da(t) .
T Gou(t) (11)

This equation, with the initial condition (8), can be integrated directly to yield:
u(t) = exp(Got)tp (12)

for an arbitrary t. In the special case of the Schrédinger equation, we have the well known result of the situation of
stationary dynamics:

u(t) = exp(—iHgt)tg (13)

The problem that arises is that the exponent of the matrix Got cannot be computed directly (unless Gq is diagonal). One
immediate approach is to diagonalize Gy and compute the function of the matrix in the basis of the eigenvectors of Gy.
Then we can write:

u(t) = Sexp(Dt)S 'ug (14)

where D is the diagonalized Gy, and S is the transformation matrix from the eigenvector basis to the original basis. The
problem with this approach is that when the dimension of Gy is large, it becomes infeasible to diagonalize it, because of
the high numerical cost of this operation—diagonalization scales as O (N3), where N is the dimension of the problem.

Usually, Eq. (13) is solved by another approach, which is less demanding numerically. We expand the RHS of Eq. (12) in a
polynomial series in Gg. First, we define a function f(x) =exp(xt), where t is treated as a parameter. Then we approximate
it by a truncated polynomial series:

K-1

fFR) A anPa(x) (15)
n=0

where P,(x) is a polynomial of degree n, and a, is the corresponding expansion coefficient. This requires the choice of the
set of expansion polynomials P;(x), and the computation of the corresponding a,’s. Then, we approximate Eq. (12) as:

K-1

U(t) & Y anPn(Go)lig (16)
n=0

The expansion (15) has to be accurate in the eigenvalue domain of Go in order that the form (16) will be useful (see
Appendix B.1).

The RHS of Eq. (16) can be computed by successive matrix-vector multiplications. Matrix-vector multiplications scale
just as O(N?). In many cases, the computational effort can be reduced further. The direct multiplication of g by Go can
be replaced by the operation of an equivalent linear operator. The operation of the linear operator can be defined by a
computational procedure, which may have a lower scaling with N. For instance, in the Fourier grid method (see [23]) the
Hamiltonian operation scales as O (N In N) only.

An immediate question that arises is how to choose the set of expansion polynomials P,(x). One might suggest to use
the Taylor polynomials, i.e. P,(x) = x", and expand f(x) in a Taylor series. However, this would be a poor choice, because of
the slow convergence properties of a Taylor series. The reason for the slow convergence lies in the low quality of the Taylor
polynomials as expansion functions—as n increases, they are getting closer to be parallel in the function space. In order to



1. Schaefer et al. / Journal of Computational Physics 343 (2017) 368-413 373

attain a fast convergence of the polynomial series with K, an orthogonal set of polynomials should be used. The expansion
coefficients a, are given by a scalar product of the P,(x)’s with f(x).

Usually, f(x) is expanded in a Chebyshev polynomial series, or equivalently, by a Newton interpolation polynomial at the
Chebyshev points of the eigenvalue domain. When the Hamiltonian is non-Hermitian, the eigenvalue domain becomes com-
plex, and the Chebyshev approach is not appropriate anymore. Then, the Arnoldi approach should be used instead. In
Appendix A we present the approximation methods of a function by a Newton interpolation polynomial or a Chebyshev
polynomial series. In Appendix B we describe the different approximation methods for the multiplication of a vector by a
function of matrix, by Chebyshev or Newton series, or by the Arnoldi approach.

In the Chebyshev or Newton methods, an approximation of degree K — 1, with K expansion terms, requires K — 1
matrix-vector multiplications. This is due to the recurrence relations between the expansion polynomials in both methods,
as will be described in Appendix B. Similarly, in the Arnoldi approach, K matrix-vector multiplications are required for K
expansion terms.

Note that using Eq. (13), the solution is given only at the chosen t, and not at intermediate time points. Usually, it is
desirable to follow the whole physical process which leads to the result at the final time, and the intermediate times are also
of interest. Actually, the solution at the intermediate time-points can be obtained with a negligible additional computational
effort. Let us rewrite Eq. (15) for each of the time-points to be computed:

fix)=expxtj) j=1,...,Np
K-1

fi®) =" anjPa (17)
n=0

where Ny, is the number of time points, and ¢; is the j’th time-point. The only difference between the t;’s is in the defi-
nition of the f;(x)’s, and the corresponding expansion coefficients, a, j. The P,(x)’s remain the same. Hence, it is sufficient
to compute the Pn(Go)up just once for all the desired time points. The ay 's are computed for each time-point t;. The
computational effort of the matrix—vector multiplications (or the equivalent linear operations) is much greater than that of
the computation of the ay ;’s, unless N is very small.

2.3.2. Addition of a source term with a polynomial time-dependence
Now let us add to Eq. (11) a source term:

dlcl# = Gou(t) +5(t) (18)

A source term is not very common in quantum applications. Nevertheless, the treatment of the common cases of a time-
dependent or nonlinear Hamiltonian relies on the results that will be derived in the present section.
Eq. (18) can be integrated using the Duhamel principle which relates the solution for the inhomogeneous equation to that

of the corresponding homogeneous equation. Let us denote the evolution matrix for the homogeneous equation (11) by:

Uo(t) = exp(Got) (19)
The Duhamel principle states that the solution of Eq. (11) can be written by the means of Ug(t) in the following way:

t
u(t) = Ug(Hug + / Uo(t — T)s(T)dT

0
t

= exp(Got)tg + / exp[Go(t — T)]s(T) dt
0

t
= exp(Got)tg + exp(Got) / exp(—GoT)s(t)dT (20)
0

Eq. (20) assumes a closed form when the integral in the RHS of Eq. (20),
t
/exp(—Gor)E(r)dT (21)
0

can be performed analytically.
We shall focus on a family of source terms for which (21) assumes a closed form—source terms with a polynomial
time-dependence:
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M=1 m

s = Z —Sm (22)

First, we need a closed expression for (21) in this particular case. For convenience, we will discuss the scalar version of (21),
without loss of generality:

t
/exp(—zr)s(r)dr (23)
0

where z is a complex variable, and s(t) is a scalar function of the form

t
SO=)_ —sm (24)

m=0

After we obtain a closed expression, we will be able to write the RHS of Eq. (20) by the means of multiplication of vectors
by functions of the matrix Gg. Finally, we will show that the solution can be written in a modified form, in which the
computational effort is much reduced.

First, we discuss a source term of the form:

tm
S(t) = —Sm (25)
m!
Let us define:
t
Jma1(z,t) = / exp(—zt)t"dT, m=0,1,... (26)

0

which are the integrals that need to be evaluated. We start with the simplest situation, when m =0, and s(t) becomes a
constant. In the case that z # 0 we obtain:

t

J1(z, ) E/exp(—zr)dr = w (27)

0

When z =0, we obtain:

J10,0) =t (28)

Now let us consider the case that m > 0. If z# 0, we can evaluate the integral using integration by parts. A simple calcula-
tion yields:

t

exp(—ztH)t™ m exp(—ztH)t™ m
IJm1(z,t) = _sxp(-at” +—= / exp(—zr)t" dt = _SXpC + = Im(z,t) (29)
z z z z
0
or, equivalently:
exp(—ztH)t™ 1 m—1
]m(zvt):_ 7 + Z _]m_](z,t), m:2737"' (30)

Successive operations of the resulting recursion formula lead to the following expression:

_(m—1) (zt)) _
Im(z,0) = ———= | 1 —exp(~ zt)z . m=1,2,... (31)

j=0
Note that Eq. (31) applies also for Ji(z,t). In the case that z=0 we have:

m

]m(O,t)zt—, m=1,2,... (32)
m

We proceed to the evaluation of the scalar form of Eq. (20):
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t
u(t) = exp(zt)ug + exp(zt) / exp(—zt)s(t)dt (33)
0

for a source term of the form (24). We begin with the treatment of the second term in the RHS of Eq. (33). Plugging (24)
into this term, we obtain:

M-1 £ M-1 M—1
expt) ), — / exp(—z0)t"™ dT sy = exp(zt) Y — Im1(Z Osm = > 1@ Osm (34)
m=0 0 m=0 m=0
where we defined:
1 m—1 (zt)j]
= lexp(zt) — ) . 5 == z#0
ute.ty = | (090 - T ] 27 m=1.2,.. (35)
L z=0
The corresponding scalar form of Eq. (20) becomes:
M-1
u(t) =exp(ztiug + »  fmy1(z. O)sm (36)
m=0

Let us write Eq. (36) in a prettier way. First, we define the following set of constants:

u m=20
Wp=1{" (37)
Sme1 O0<m<M

Second, we note that the definition (35) can be extended to the case of m =0, using the convention that

N
> bj=0, N<lL (38)
j=L

for arbitrary b;’s. Using this extension of definition, we have:

fo(z,t) = exp(zt) (39)
Then, Eq. (36) becomes:

M
uty ="y fm(z Hwn (40)

m=0

We can use the form of Eq. (40) to write an analogous vector solution for Eq. (18):

M
ut) =Y fn(Go, )W (41)

m=0

where the Wy,’s are defined in an analogous manner to the scalar wp,’s.

When we compare Eq. (41) to Eq. (12), it seems that the addition of the source term is quite expensive numerically. In
Eq. (12) it is necessary to evaluate just one multiplication of a vector by a function of a matrix. In Eq. (41), it is necessary
to perform the same kind of operation M + 1 times. Actually, the computational effort can be much reduced, if we rewrite
Eq. (41) in a modified form.

Let us return to the corresponding scalar equation, Eq. (40). We are going to show that it can be rewritten using just one
of the f(z,t) functions. Observing the definition (35), it can be easily seen that

m

t
fm(z,t) = 2fmi1(z, 0) + oo (42)

Eq. (42) implies that a function fi;(z,t) can be expressed using any of the other fi(z,t) functions. If k > m, we need k —m
successive operations of Eq. (42) in order to write fi;(z,t) in the terms of fi(z,t). We obtain:

k—1 i
fun(z, 0 =2 firz,0+ ) %zf’m (43)

j=m

Eq. (43) can be applied also to the case of k =m, with the summation convention (38).
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Using Eq. (43), we can express all the f(z,t) functions in Eq. (40) by the function with the largest m, i.e. fuy(z,t).
Eq. (40) becomes:

M M-1_;

tho.
u@® =Y | M @ Own+ Y =2 M
m=0 j=m J:
M M-Tej J o
= fum(z,t) Z MMy, 4 Z =22 "wn
m=0 j=0 A
M-1 fj
=fu@vm+ Y i (44)
j=0 "

where we defined:

J
vi= sz_mwm (45)
m=0

Returning to the vector solution of Eq. (18), we can write an analogous expression:

M-1 fj

() = fm(Go, VM + ) =V (46)
: J!
j=0

where
i
Vi=> Gy "Wm,  j=0.1,... (47)
m=0

Now, only one function of Go appears in the solution. However, the computation of the V; vectors is still an expensive
operation—the computation of the M + 1 vectors involves M sums, which require O (M?) matrix-vector multiplications. The
computational effort can be much reduced when we notice that the v;’s satisfy a recursion relation:

\7]:60\7],14-\7\]]', j=],2,... (48)

Using Eq. (48), all the v;’s can be computed by M matrix-vector multiplications only, starting from

Vo = Wp = Ug (49)
Taking into account also the evaluation of the first term in Eq. (46), we can conclude that the overall computational cost
is reduced to M + K — 1 matrix-vector multiplications for the Chebyshev or Newton series approximation methods (see
Sec. 2.3.1). Similarly, M 4+ K matrix-vector multiplications are required for the Arnoldi approach.

2.4. Approximated solutions based on closed integrated forms

2.4.1. Source term with an arbitrary time-dependence

Let us consider the case of Eq. (18) with a source term S(t) with an arbitrary time-dependence. In general, the integral
(21) does not assume a closed form, so a closed solution for Eq. (18) cannot be obtained. In the present approach, we utilize
the closed solution for the case of (22) in order to approximate the solution in the general case. The idea is to approximate
the general source term by a truncated polynomial series of the form of (22). Then, the solution is approximated by a direct
application of Eq. (46).

The approximation of s(t) by the form of (22) requires the computation of the s, coefficients. The form of Eq. (22)
might suggest that we should set s, = d™s(0)/dt™, to yield a truncated Taylor series of s(t). However, as has already been
mentioned, a Taylor series is a poor tool for approximation purposes. Thus, this approach is not recommended.

A better approach is to approximate $(t) by an orthogonal polynomial set at the first stage:

M-1 .
S(t)~ Y by Py(t) (50)

n=0

where the I;n's are computed by a scalar product of the P,(t)’s with s(t). The orthogonal expansion polynomials can be
expressed in the terms of the Taylor polynomials:
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n fm
Py(t) = Z er,m% (51)
m=0 ’

Plugging Eq. (51) into Eq. (50) we obtain:

M-1 n . ¢m M-1 /M-1 2\ ¢m
§w~2§}mm5=2( %Mﬂai (52)

n=0 m=0 ’ m=0 \n=m

Then, the result is equated to the Taylor form,

MMl N m Mol

E E Gn,mbn = E — Sm (53)
m! m!

m=0 \n=m m=0

to yield the s, Taylor polynomial coefficients:

M-1
§m = Z c]n,mbn (54)
n=m

These are in general different from the Taylor expansion coefficients. In this way, we preserve the Taylor polynomial form
of Eq. (22), but with the advantage of the fast convergence of an orthogonal polynomial set.

It is recommended to use the Chebyshev polynomials as the Pj(t) set. An equivalent option is to use a Newton interpo-
lation expansion in the Chebyshev points.

We still need a procedure for a systematic computation of the g, , coefficients. Recursive algorithms can be derived from
recursive definitions of different polynomial sets. In Appendix C we develop recursive conversion algorithms from Chebyshev
and Newton expansions to a Taylor form.

Of course, the expansion (50) should not be confused with the similar expansion (15). The first approximates the function
s(t) in time, within the time interval of the solution, while the second approximates a function of the matrix Go in the
eigenvalue domain of Gy.

2.4.2. Time-dependent Hamiltonian
Now we shall consider the case of a time-dependent Hamiltonian, H = H(t). For the sake of generality, a source term is
included in the equation. We have:

% = —iH(t)u(t) +s(t) (55)
or,
dl:l—it) = G(tyu(t) +s(t) (56)

In this case, the Duhamel principle cannot be applied directly for obtaining a closed form solution, as in the previous cases
(see Sec. 2.3.2). However, we shall see that the results from the previous cases can be utilized for obtaining a procedure
which approximates the solution in the present case.

First, it is always possible to split G(t) into a sum of time-dependent and time-independent parts:

GO =GC+G() (57)
where G is arbitrary, and

G =G(t) -G (58)
Let us define:

Sext (W(1), 1) =S(t) + G(H)u(t) (59)
Sexe (U(t), ) is a new, extended “source term”. Now, Eq. (56) can be written as

du(t) ~._ .

T Gu(t) + Sext (u(t), t) (60)

which resembles the form of Eq. (18). The Duhamel principle can be applied to yield:

t
u(t) = exp(Gt)ilg + exp(Gt) / exp(—GT)Sex (W(T), T) dT (61)
0
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As in the case of Sec. 2.4.1, we can write an approximation of this equality in the form of Eq. (46):
M-1 tj
u) ~ fu @G, 0V + Y =V; (62)
; J!
Jj=0

The V; vectors are computed by expanding Sy in time in the form of (22), and using the resulting coefficients, as in
Sec. 2.4.1.

Apparently, this gives nothing—Eq. (61) is an integral equation, and the RHS includes a dependence on u(t) itself, which
is still unknown. Consequently, the V;’s also depend on u(t). However, it is possible to utilize this form for obtaining a
solution by an iterative procedure. First, we guess a solution ug(t) in the desired time interval. Then, we use ug(t) for the
computation of the RHS of the equation. We obtain for the LHS a new approximated solution. It seems reasonable that it
should be closer to the actual solution than ﬁg (t). We can use the improved solution for obtaining a better one by inserting
it into the RHS, and so on. This procedure can be continued until the solution converges with a desired accuracy.

This iterative scheme sounds reasonable. However, we have not given a rigorous justification to it. Thus, one might
suspect if it should actually work. Experience shows that this iterative process does converge to the solution, given that the
time-interval is sufficiently small. Thus, the iterative procedure has a convergence radius. The size of the convergence radius
is problem dependent. When the time interval is larger than the convergence radius, the solution diverges, i.e. it tends to
infinity with the number of iterations.

A more rigorous justification to the iterative procedure can be obtained by a convergence analysis. This topic is left for a
future paper.

In the case that the time of the desired solution is outside the convergence interval of the algorithm, this procedure
cannot be used directly. Instead, we can use a time-step algorithm, in a similar manner to the Taylor approach. We divide
the time-interval into smaller time-steps, in which the iterative procedure converges. In each time-step we solve the sub-
problem of obtaining the solution within the time-step. We use the solution obtained in order to compute ug(t) for the
next time-step, as will be described later.

We see that at the end of the day we still need a time-step propagation, as in the Taylor approach. The advantage of
the present approach is that we can use much larger time-steps, which means that the accumulation of errors and the
computational effort can be much reduced. The approach for the computation of each time-step is global, replacing the
local considerations of the Taylor approach. However, the algorithm still contains an obvious local element, in the sense that
the solution is computed separately in each local time-step. Hence, we can call this approach a “semi-global approach”.

Note that the definition of the §;s, the W;’s and corresponding v;’s is different for each time-step. Let us denote the k’th
time-point by ty. The time-interval of the k'th time-step is [ty, ty4+1]. The S;’s, the w;’s and the v;’s in the k'th time-step
will be denoted by sy, i Wi, j and Vi, j» accordingly. The Sk, j's are computed using the expansion (50) of Sext (t) within the k'th
time-interval. The Wy ’s are defined as:

weji=1{. : (63)

The vy, j's are computed accordingly by the recursion

Vo = U(ty)
Vi j = GV j_1 + Wi j, ji=1,2,... (64)
The solution within the k’th time-step is:
(t—t)l

M-1
u) = fuG.t—tVem + Y e t € [t tirr] (65)
j=0 7

Two questions remained open: How G(t) should be split (see Eq. (57)), and how the guess solution ug(t) should be
chosen. We begin with the first question. From a physical point of view, it seems that a natural choice in many problems is
to split the Hamiltonian in the following way:

H(t)=Ho+ V(t) (66)

where Hg is the unperturbed Hamiltonian and V (t) is a time-dependent perturbation. If, in addition, s(t) =0, Eq. (61)
becomes

t
u(t) = exp(—iHot)p — i/exp[—iHo(t —D)V(@u(r)dr (67)
0
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which has a striking resemblance to the well-known expression of the first-order time-dependent perturbation theory (see,
for example, [11, Chapter XIII]). Indeed, the expressions become identical by the replacement of u(t) in the integral by uo.
However, although this option is appealing in the sense of the directness of the physical interpretation, it needn’t be the
best option from a numerical point of view. The result may converge faster with other choices of splitting.

A more educated choice of splitting comes to us when we realize that the weak point of the algorithm lies in the point
where we “cheat”. This point is the treatment of the 6(t) dependent “source term”, Sex (1(t), t), as an inhomogeneous, U(t)
independent term. We should choose the splitting in a way that minimizes the size of the ti(t) dependence in Sex ((t), t).
Hence, G(t) should be as small as possible. Consider the k’th time-step, in the time-interval [ty,t;,1]. For the sake of
generality, we consider also a non-equidistant time-grid. Let us denote: Aty = tyy+1 — tx. Usually, Aty can be assumed to be
small, by the requirements of the convergence radius of the algorithm. Hence, we can assume that G(t) does not change
much during the time-interval. Then it becomes reasonable to choose the following splitting:

- At
G=¢G (tk + 7") (68)

- Aty
GtH=GE) -G (tk + 7) t € [tk, tkr1] (69)
Obviously, the splitting of Eqs. (68)-(69) is time-step dependent, unlike the splitting of Eq. (66).

The choice of the guess solution ug(t) is lead by two contradicting considerations: On one hand, we need a sufficiently
accurate starting point for the iterative process. On the other hand, we require that it can be obtained with minimal amount
of extra numerical effort. One obvious choice, which requires no extra numerical effort, is the zero’th order approximation—
within the k’th time-step interval, [ty, tx+1], the guess solution is

ug (1) = u(ty) t € [ty, tgg1] (70)

However, this approximation is of low accuracy. Actually, a very accurate approximation can be obtained from an extrapola-
tion of the solution in the previous time-step. All we need to do is to use Eq. (65) for the previous time-step to compute
the solution in the current time-step. We obtain the following approximated guess solution:

(=t )]
- ~ - — Lk—1 -
Ug(t) = fu(G,t —tg_1)Vk—1,m + Z —Vk-1.j>
=0

t € [ty tit1] (71)

This solution approximates the solution in the interval [ty, tx+1], using information from the previous interval [t;_1, t;]. Note
that the second argument of the function fy;(z,t) in Eq. (71) represents a different time interval from that of Eq. (65). As
in Eq. (17), the function is expanded in z, and t serves as a parameter. Hence, the functions to be computed are different
in the two equations, and new expansion coefficients have to be computed in the new interval. The numerical effort of this
operation is negligible in comparison to the matrix-vector multiplications (or the equivalent linear operations), unless the
dimension N of the problem is very small. Thus, by Eq. (71) we obtain an accurate guess with a relatively low computational
cost.

In the first time-step, U, (t) can be computed by Eq. (70). More iterations will be required in comparison with the other
time-steps, but the overall additional computational effort in a many time-point grid is negligible.

2.4.3. Nonlinear Hamiltonian
Let the Hamiltonian include also a dependence on u(t), i.e. H = H(u(t), t). Now we get to the general case of Eq. (5), or
equivalently, Eq. (7). The treatment of this case is completely analogous to that of the linear time-dependent Hamiltonian.
Let us split G(u(t), t) in the following way:

G((),t) =G + G(), t) (72)

where G is linear and time-independent. Let us define:

Sext (W(D), ) =S(t) + G(@(t), H)u(t) (73)

The rest of the algorithm is identical to that of Sec. 2.4.2, for the same considerations.
In an analogous manner to the time-dependent linear case, it is recommended to choose the following splitting in the
time-step algorithm:
~ - At At
C=Glafti+=2). 0+ = (74)
2 2
Aty

. - - At
G(U(t),t)EG(U(f),f)—G[U <f1<+7k>,tk+7] t € [tk tis1] (75)
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3. Implementation
3.1. The propagation time-grid

In order to obtain the s, Taylor like coefficients, we have to know the total time-dependence of Sex (u(t),t) (see
Sec. 2.4.1). Of course, we have no explicit expression for the total time-dependence of S,y (1i(t), t), because of its dependence
on u(t). Hence, the time-dependence of Sqx (U(t),t) has to be approximated from several sampling points within the time
interval. In each sampling point t;, we need the values of u(t;), G@u(t;), t;) and s(t;) in order to compute Sex (U(t), t;). The
by’s from Eq. (50) are obtained from the samplings of Sext (U(t), t) within the time-interval. Then, the s;,’s can be computed
from the b,’s as described in Sec. 2.4.1.

It is recommended to choose the Chebyshev points within the time-interval as the sampling points. Then, Sex (t(t), t) can
be expanded in time either by a Chebyshev polynomial expansion, or by a Newton interpolation at the Chebyshev points
(see Appendix A). When a Chebyshev polynomial expansion is used, the by’s from Eq. (50) correspond to the Chebyshev
coefficients, that will be denoted by ¢,, and the polynomials are the Chebyshev polynomials. When a Newton interpolation is
used, the by’s are the divided differences, that will be denoted by a,, and the polynomials are the Newton basis polynomials.
In Appendix A we describe how the a,’s or the ¢,’s can be obtained from the samplings at the Chebyshev points.

In the time-step algorithm, the time interval of each time-step is sampled at the Chebyshev points of the interval. Thus,
the structure of the time-grid necessary for the propagation is complex; it consists of adjacent time-intervals, each with an
internal Chebyshev grid. In order to refer also to the internal grid of each interval, we shall replace the single index notation
of the time-grid from Sec. 2.4.2, t, by a double index notation, t; ;. The first index k refers to the k’th time-interval, where
k=1,2,..., N;. The second index [ indexes the points in the internal Chebyshev grid of each interval, as will be readily
seen.

The length of the k’th time-interval is denoted by Aty, as in Sec. 2.4.2. For the sake of generality, we will consider also
the possibility that the number of Chebyshev points is different for each time-step. The number of Chebyshev points in
the k’th interval is denoted by Mj. My is also the number of expansion terms for the approximation of Sy (W(t),t) (see
Eq. (50)).

We use the set of boundary including Chebyshev points. In the Chebyshev domain, [—1, 1], the Chebyshev grid is defined
as follows (cf. Appendix A.1.2, Eq. (117); note that the equations of Appendix A are formulated in the terms of the order of
the polynomial approximation, which is equivalent to M, — 1):

I
M, —1
In the k’th time-step domain, the Chebyshev points become (cf. Eq. (118)):

yk,lz—cos< ) [=0,1,..., M, —1 (76)

Aty
tr = tro + 7(1 + Vi) (77)
Note that we have:

b, My—1 =th,0 + At =tgt1,0 (78)

Egs. (77), (78) define together the entire time grid, where t; ¢ and the Aty’s are given.
3.2. Algorithm

We assume that the initial condition, u(ty o), is given. In addition, it is assumed that the structure of the propagation
time-grid (i.e. Aty and My for each time-step) is known in advance. Alternatively, it is possible to choose it adaptively during
the propagation, by an internal procedure. The number of expansion terms for the approximation of ka(E, t — ty.0)Vn, (see
Eq. (65)) is also supplied by the user. It may depend on k.

The accuracy of the solution is determined by a tolerance parameter, which will be denoted by €. It represents the order
of the accepted relative error of the solution. The tolerance parameter is supplied by the user.

The scheme of propagation goes as follows:

1. Set the guess solution of the first time-step in the internal Chebyshev grid (cf. Eq. (70)):
u(ty ) =u(ty,0), 1=0,1,...,M; -1

2. for k=1 to N;
(a) Set the middle point of the internal grid, tyig = ti m,\2, Where \ denotes integer division.
(b)y I=0,1,..., M, —1, n=0,1,..., M —1, j=0,1,..., M)
(c) do
i. Set Sy =S(ty)) + [G@(t,1), ti 1) — G(W(Emia) tmig) 10(tk 1) (cf. Eqgs. (73), (75)).
ii. Use the 32,({'5 to compute the expansion coefficients of Sex (U(t), t) in the time-step.
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e For a Newton interpolation: Compute the divided differences a, recursively, as described in Appendix A.l
(relevant equations: (109), (110), (113)). Use 4ty /Aty as the sampling points (see Sec. A.1.3), and the cor-
responding sh,,’s as the function values.

e For a Chebyshev expansion: Compute the Chebyshev coefficients ¢,, as described in Appendix A.2 (relevant
equation: (148)). Use the §’ext's as the function values.

iii. Compute the s, Taylor-like coefficients recursively from the a,’s or the ¢,’s, using the conversion schemes de-
scribed in Appendix C (relevant equations: (223)-(225), (215) for the a,’s, (246)-(250) for the ¢;’s).
iv. Compute the V; vectors recursively from o and the S,’s (see Egs. (64), (63)), where G = G(U(tmiq), tmid)

(cf. Eq. (74)).

v Store the current solution at the time-step edge for convergence check, tog = u(ty, My—1)-
vi. Compute a new solution from the V;’s by the expression (cf. Eq. (65)):

R (b — o)
- = - k] — tk,0)" >
u(ten) = fu, (G, tig — teo)Vim + Y v
j=0 '

ka(E;’, tk; — tk.0)Vm, is approximated by one of the methods described in Appendix B (note that the expansion
vectors required for the approximation are computed just once for all time points—see Sec. 2.3.1).
vii. Repeat from step 2(c)i while
(i m,—1) — Uoigll

[t |

(d) end do
(e) Compute the solution at any desired point t, € [ty o, tk,m,—1] by
My—1

u(tp) = fu, (G.tp — teo)Vn, + Y
j=0

ty —tr o)l -
(p k,O) Vj

(f) Set the guess solution for the next time-step; by definition: (ty1,0) = ﬁ(tk,Mk—l) (see Eq. (78)). The guess solution
at the rest of the Chebyshev internal points is computed by (cf. Eq. (71)):

My—1 ;

- ~ - (tk+1,m - tk,O)J -

W(tk1.m) = [ (G, tiepr.m — o)V + -
j=0 '

m=1,...,Mgs1 — 1

3. end for
The algorithm is sketched schematically in Fig. 1.
3.3. Programming

3.3.1. Numerical stability of the time polynomial expansion

In Egs. (22), (51), the coefficients of the t polynomials are defined as the coefficients of t™/m!, in analogy to the Taylor
expansion form. Accordingly, we obtained in Eq. (46) the Vy,’s as the coefficients of t™/m!. The 1/m! factor decreases very
fast as m grows. Consequently, the Sp’s, the gnm’s and the V,;'s tend to attain huge values. This may lead to numerical
instability.

The problem can be solved by the definition of alternative polynomial expansions, in which the coefficients absorb the
1/m! factor. The alternative expansions will lead to expressions which are more stable numerically. The source term s(t) is
expanded as

M-1
SO~ > t"s, (79)
m=0
where §, = Sm/m!. Accordingly, Eq. (51) is replaced by
n
Pn(t) = Z an,mtm (80)

m=0

where Gnm = qn.m/m!.
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Set U(t1,;) = o for all s

Compute Sep (U(tk,1), tr,y) for all I's

l

Approximate Se.¢(t(t),¢) in the k’th time-
interval by a Chebyshev approximation

|

Convert the Chebyshev approxima-
tion of Se.¢(U(t), ) to a Taylor form

|

Compute the V;’s recursively ‘

|

Compute the solution w(¢x,) for all s ‘

|

u(t) con-

no verged?

Compute ti(t) at any desired
point in the k’th time-interval

|

Compute U (¢x41,) for all I’s by extrapolat-
ing the solution into the next time-interval

|

k=k+1

yes

Fig. 1. The semi-global propagator algorithm.

First we derive the solution equation for a time-independent Hamiltonian. We plug the expansion (79) into Eq. (20). The
derivation of the solution is similar to that of Sec. 2.3.2, but less appealing from an aesthetic point of view. We end with

the following equation:

M—1
u(t) = fu(Go, VM + Y _ t¥;
j=0

where we defined
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m! m—1 (zt)j]
~ om|exp(zt) =) o S-| z#0
fim(z, )= 17 [ P(D =2 j—0 7 m=0,1,... (82)
tm z=0
The \:lj's are defined recursively in the following way:
60 = ﬁo
= G \:I'_ g'_ .
vj=°“—,+“, i=1,2,... (83)
J
Note that we have:
fm(z,t) =m! fn(z,t) (84)
-
Vj= i (85)

Thus, it can be easily verified that Eq. (81) is equivalent to Eq. (46).

In the case of a time-dependent nonlinear Hamiltonian, we expand Sext () as in Eq. (79), and replace Gg in Egs. (81),
(83), by G.

The computation of the g, m’s is completely analogous to that of the g, m's. The procedure is given in Appendix C.

In summary, in order to improve the stability of the program, the following changes should be made in the algorithm:

e In step 2(c)iii, the gn's are computed instead of the S,’s, via the computation of the §np's (relevant equations:
(226)-(228), (221) for the ap’s, (254)-(258) for the €,’s).
e In step 2(c)iv, the V;'s are computed instead of the v;’s, by the recursion

Vo =g

- GV 4384 ,

V=1 ji=1,2,...
J

where G = G (@(tmiq), tmid)-
e In steps 2(c)vi, 2e and 2f, the solution at the relevant time-points is computed by

M-1
u(t) = fm(G,t —ti0)¥m + Y (t — ti0)'V; (86)
j=0

3.3.2. The computation of fm (z,t) _
The function fi,(z,t), and its variant, fp;(z,t), include the following expression (see Eqgs. (35), (82)):

m—1 i
zt)!
exp(zt) — % (87)
j=0 -
The sum is just a truncated Taylor expansion of exp(zt). If zt is small, the difference between exp(zt) and its truncated
expansion becomes extremely small. Often, this results in roundoff errors.
The problem can be solved by an alternative computation of f;;(z,t) for small zt values. Let us expand exp(zt) from (87)

by a Taylor expansion. (87) can be expressed as a “tail” of the Taylor expansion in the following way:

m—1 i 00 i m—1 i 00 i
(zt)! (zt)! (zt)) (zt))
ez -y EL =y EE YOy & 89
j=0 j=0 j=0 j=m
The expression for ]‘m (z,t) becomes:
. )
- (zt)!
_ m
fm(z,t) =m!t Z—(j+m)! (89)

Jj=0

fm(z, t) can be computed by truncating the sum in (89). The Taylor expansion converges very slowly. Hence, the expansion
should be truncated only after achieving the machine accuracy in the summation procedure. The form (89) should not be
used when zt is large enough to be computed directly.
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3.3.3. Efficiency of the computation of Sexe (W(t), t)

The number of required matrix-vector multiplications for the computation of the integrated form (46) is M+ K — 1
for a polynomial approximation of the function of matrix, and M + K for the Arnoldi approach, cf. Sec. 2.3.2. The
computation of Sex (W(ty ), tx;) in the general case (step 2(c)i in the algorithm) seems to cost considerable amount of
additional computational effort. It can be readily seen from step 2(c)i that a direct computation of each of the §’ext's re-
quires a subtraction of two matrices, and a matrix-vector multiplication. Subtraction of matrices has the same scaling as
a matrix-vector multiplication, O(N?). An alternative, which is less time-consuming, is to perform the computation as
EIM =S(tr.1) + G@(tk.1), tr.)U(Ek1) — G W(Emig) tmig)U(tx, ). This requires two matrix-vector multiplications for each I. This
is with the exception of I = Mj\2, which indexes the middle internal time-point, tyiq; the extended part of the inhomo-
geneous term vanishes, and we are left with Ex’;\2 = S(tmiq). Thus, the computation in the middle point does not involve
additional expensive operations. The overall additional cost of step 2(c)i is 2(My — 1) matrix-vector multiplications. This
roughly doubles the computational effort.

Most frequently, the computational effort can be considerably reduced by a proper formulation of the calculation. First,
in many problems, the operator represented by G(u(ty), tx.;) — G(W(tmid), tmia) is diagonal in the basis of representation.
Thus, the scaling of its operation on u(ty;) becomes linear, O(N). The computational cost of this operation is negligible.
A common example is a Hamiltonian which is composed from a stationary part and a time-dependent nonlinear potential,

H@(t),t) = Ho+ V (u(t), t) (90)
In this case we have:

[G(ty.D), tk)) — GW(Emia), tmia) [U(Ek ) = —i[V (kD) te)) — V @(tmia), tmig) 0tk 1) (91)

When the problem is represented in the spatial basis, the potential becomes diagonal. Thus, the computation of
Sext (U(tk 1), ty,;) does not require any additional expensive operation.

Moreover, in many situations, the dependence of G(u(t), t) on u(t) and t is determined by a small number of parameters.
This may reduce the required computational cost. For example, let us consider a Hamiltonian of the form of (90) with a
potential

V@), t) =c), tHpu (92)

where ¢ (ti(t), t) is a scalar parameter and p is a matrix. ¢ (u(t), t) may represent an electric or magnetic field (up to a sign),
and n may represent the electric or magnetic moment operator, respectively (state dependent electric or magnetic fields
occur, e.g., in coherent control problems, when the Krotov algorithm is employed; see [52] for a review). We have:

[G(ty.D), tk1) — GW(Emid), tmia) [U(Ek, 1) = —i[ kD), ter) — £ W(Emig), tmia)] (4 G (tk 1) (93)

We see that the computation of Ee,(t(ﬁ(tk,l), ty,) requires just one matrix-vector multiplication (when p is a non-diagonal
matrix). Thus, the additional computational cost of the sh,,’s is just M — 1 matrix-vector multiplications.
More generally, let us consider G(u(t), t) which can be represented in the following form:

L
GQ(t), 1) =Go+ »_&(li(t), )G (94)
j=1

where the Ej(ﬁ(t), t)’s are scalar parameters, the G;’s are matrices, and L < N2. We have:

L

[G (kD). th1) — G (@(Emia), i) Wty 1) = Y (&5 Wtx1), ter) — & WEmig), tmia) 1G (k1) (95)
j=1

The cost of this operation is less than a single multiplication of a vector by G(u(t),t). Since L <« N2, the computational
cost of the expressions &; W(tk1)s trp) — £ (W(tmia), tmia) becomes negligible in comparison to a matrix-vector multiplication
(note that the condition for L becomes different when the multiplication by the matrix is represented by an equivalent
linear operation procedure with lower scaling than O (N2)).

3.4. Parameter choice

Several free parameters are involved in the propagation algorithm. They need to be supplied by the user in each problem.
The choice of the parameters determines the efficiency and the accuracy of the algorithm. With an inappropriate choice, the
algorithm might become inefficient, inaccurate, or even completely fail. Of course, the parameters which yield good results
are problem dependent.

There are two main criteria for a successful choice of the parameters:

1. The accuracy of the results;
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2. The efficiency of the algorithm.

The treatment of the first criterion is closely related to the ability to estimate the error of the different approximations
involved in the algorithm. This important topic is left to Appendix D, due to its length. The present discussion mainly
focuses on the second criterion.

In general, a successful choice of parameters can be achieved by trial and error. The choice may improve with experience
with the algorithm, and after the treatment of similar problems. Here we give several recommendations which are based
on our experience with the algorithm.

The choice of the € tolerance parameter (see step 2(c)vii) is obvious: It should be determined by the desired accuracy of
the solution. Note that the tolerance parameter is defined for a single time-step. The error of the final solution is expected
to accumulate during the propagation, roughly as the sum of the errors of each time-step.

In addition, there are three free parameters which need to be specified in each time-step:

1. The length of the time-step interval, Aty;
2. The number of expansion terms for the approximation of sext(u(t) t), Mk,
3. The number of expansion terms for the approximation of ka(G t—ty, o)ka, K.

Our experience shows that the parameters should be chosen such that a single iteration is required in each time-step. In
other words, the steps of the loop in stage 2c of the algorithm are performed just once. This is with the exception of the
first time-step, in which the guess solution is of low accuracy (see Eq. (70)), and usually two or more iterations are required
for a sufficient accuracy. The observation that the algorithm becomes most efficient with a minimal number of iterations
is consistent with the reasoning that lead us to the choice of the G(u(t),t) splitting (see Sec. 2.4.2)—the weak point of the
algorithm lies in the iterative process. Hence, the part that the iterative process takes in the computation of an accurate solution
should be minimized.

Typically, the values of My and K} should be chosen to lie in the range 5-13. For higher values, even though At can
be increased, the algorithm usually becomes less efficient. The guess solution for the next time-step begins to become less
accurate for large M. This is due to the high sensitivity of a high order extrapolation to roundoff errors. A high order K
is usually simply unnecessary. It should be noted that for high M orders, the algorithm may become numerically unstable.
The source of the instability lies in the fact that both (t — ¢ty 0)d and fJ(G t —tk,0) in Eq. (86) typically become exceedingly

small for high j’s. Accordingly, the vj 's attain very large values, and the computational process for obtaining them becomes
unstable.

In the future, we plan to develop a version of the algorithm which is parameter free. In such an algorithm, the parameters
are specified adaptively by the procedure during the propagation process, according to the accuracy requirements.

4. Numerical example

In the present section we test the efficiency of the semi-global propagator in solving a numerical problem of physical im-
portance. Several numerical examples of relatively simple problems are already presented in Ref. [50]. In this paper, we test
the performance of the propagator in a more realistic physical model problem. Moreover, for the first time, we demonstrate
the capability of the algorithm to solve a problem with a complex spectrum, i.e. a problem in which the eigenvalue spectrum
of G is distributed on the complex plane. This requires the use of the Arnoldi approach (see Sec. B.2) for the computation of
fM(E, t — tp)Vi.m (see the procedure in Sec. 3.2, step 2(c)vi).

We choose a physical problem which is known to be challenging numerically—an atom subject to an intense laser
field. This physical situation is characterized by extreme conditions for which an accurate numerical calculation becomes
difficult. Under the influence of the intense field, a partial ionization of the atom occurs. The ionized part of the electron
wave-function has the characteristics of an unbound particle, thus is spread to large spatial distances from the parent atom.
Its dynamics is characterized by a strongly accelerated motion under the influence of the intense field. The central potential
of the parent atom has a Coulomb character, which is steep in nature. These characteristics of the problem contribute to the
difficulty of an accurate computation of the dynamics.

In order to give a reliable description of the problem, absorbing boundary conditions have to be employed. These are
implemented here by a complex absorbing potential. This is the origin of the complex spectrum in our problem. The topic
will be discussed in more detail in Sec. 4.2.

In Sec. 4.1 we present the physical details of the model problem. In Sec. 4.2 we present the details of the numerical
implementation of the physical problem. In Sec. 4.3 the results are presented, and compared to a reference method.

4.1. The details of the physical problem
Remark: Atomic units are used throughout.

We use a one-dimensional model for the problem. The central potential of the parent atom is represented by a truncated
Coulomb potential (see Fig. 2):
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Fig. 3. The electric field.

Vatom(x) =1 — + (96)
x“+1
In this model, the singularity of the Coulomb potential at x =0 is removed. The model has been extensively studied in
the context of intense laser atomic physics. The fundamental energy difference, AE; = 0.395 a.u,, is similar to that of the
hydrogen atom (0.375 a.u.).
The laser pulse electric field has the following form (see Fig. 3):

(t) = 0.1sech? (%) cos[0.06(t — 500)] (97)

The central frequency of the pulse is w = 0.06 a.u., which corresponds to a wavelength A = 760y, —similar to the central
wavelength of the common Titanium-Sapphire laser. The envelope sech? form is known to be similar to the actual form of
laser pulses. The peak amplitude of the field, ¢mg = 0.1 a.u., corresponds to an intensity of g = 3.52 x 10'* W/cm?. The
final time is T = 1000 a.u., which corresponds to a pulse duration of 24.2 fs.

The dipole approximation is employed for the potential induced by the laser field. The total potential of the physical
model is

Vonys X, ) = Vatom (X) + V fiela(x, ) =1 — —Xg(t) (98)

1
Vx2 41
However, the potential of the numerical problem must be modified in order to obtain a reliable description of the physical
situation, as will be explained in Sec. 4.2.

The mass of the electron is m =1 a.u., and the kinetic energy becomes p2/2. The total time-dependent physical Hamilto-
nian is

2

1
H(t):%ﬂ—ﬁ—x;(t) (99)

The dynamics is governed by the time-dependent Schrédinger equation, Eq. (4).
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Fig. 4. The real and imaginary parts of the absorbing potential, as a function of the absolute distance |Ax| from the beginning of the absorbing boundary
at x ==+200 a.u.

4.2. Numerical implementation of the problem

The Fourier grid method [23] is employed for the Hamiltonian operation.

The x domain is [—240, 240). We use an equidistant grid, with 768 points. The distance between adjacent grid points
becomes 0.625 a.u..

The present physical situation, which involves a partial ionization of the electron, requires a special numerical treatment,
in order to prevent the appearance of spurious effects. The reason is that the ionized part of the electron behaves as a free
particle, and is spread to very large spatial distances from the parent atom. Hence, the problem cannot be described as is
in a finite spatial grid of a reasonable length. The description of the problem by a finite grid involves spurious effects of
wraparound or reflection (depending on the computational method) of the wave function at the boundaries of the grid.

Usually, this problem is overcome by the employment of absorbing boundary conditions. The absorbing boundaries are
implemented here by the addition of a complex absorbing potential at both boundaries of the grid (for a thorough review
see [31]). The part of the wave-function which incomes into the complex absorbing potential decays gradually under the
influence of the potential, until it becomes practically zero at the edge of the grid. Thus, the spurious effects are prevented.
With the addition of the complex potential, the Hamiltonian becomes non-Hermitian, and consequently, the eigenvalue
spectrum becomes complex.

Different absorbing potentials vary in their absorption capabilities. The part of the amplitude which is not absorbed by
the potential is either reflected by the potential or transmitted. Thus, the efficiency of the absorbing boundaries in the
prevention of spurious effects depends on the choice of the absorbing potential. The question of the choice of the absorbing
potential becomes important when there is an interest in small amplitude effects. One of the major applications of the
present physical situation is in the generation of high-harmonic spectrum, which is a small amplitude effect. It has already
been recognized in the former high-harmonic generation simulations (see [25]) that reflection from the absorbing bound-
aries is responsible to large spurious effects in the calculation of the high-harmonic spectrum. An appropriate absorbing
potential for this calculation could not be found by inspection.

In our simulation, we use an absorbing potential which is optimized numerically to maximize the absorption. The pro-
cedure basically relies on the principles presented in [36], but with several necessary modifications. The real part of the
absorbing potential is constructed from a finite cosine series. The imaginary part is constructed from another finite cosine
series, where the imaginary potential is given by squaring the cosine series and adding a minus sign. The optimization pa-
rameters are the cosine coefficients. This topic will be hopefully presented elsewhere. We choose the length of the absorbing
boundary to be 40 a.u.. The obtained potential has a large imaginary part, which induces a significant shift of the Hamilto-
nian eigenvalues from the real axis into the fourth quarter of complex plane. The real and imaginary parts of the potential
are plotted in Fig. 4 as a function of the absolute distance from the beginning of the absorbing boundary at x = +200 a.u..
The absorbing potential added at the left boundary is the mirror image of that added at the right boundary. The values of
the absorbing potential are available in the complementary material.

It was verified that the results do not change significantly if the grid length is doubled, and the form of the high-
harmonic spectrum is very well preserved (a test which failed in Ref. [25] for high intensity field, even for very large grid).
The peak error of |u;|> from the doubled grid does not exceed the order of 10~°, where u; is the i’th component of u (of
course, in the physical region, |x| < 200). Thus, the boundary effects are reduced to a reasonable magnitude.

Since the absorbing potential is optimized for an ideal absorption, the influence of the physical potential at the bound-
aries should be “turned off”, in order that the absorption will not be damaged. This is achieved by a modification of the
physical potential to a potential which is constant at the absorbing boundaries. In order to avoid discontinuities in the po-
tential derivatives, it is desirable to “turn off” the physical potential in a continuous manner. For that purpose, we use the
following practice. Let us define a soft rectangular function:
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Qx;a,b, ) = % {tanh [ (x — a)] — tanh[a(x — b)]} (100)

The function is plotted in Fig. 5 for arbitrary parameters. The modified potential, which is constant at the absorbing bound-
aries, will be denoted as Vo4 (x). It is defined to satisfy the following conditions:

Vinod(0) = Vphys(o) (101)
Vinod®) = Vs (02 (x; 0, b, ) (102)

Vmod(X) is obtained by integration in the following way:
X
Vinod (9= Voys(0) + [ Vi (12061 0.b. ) d

0
X

= Vpnys(0) + Vpnys(x)2(x; a, b,a) — Vpnys(0)€2(0; a, b,a) — / Vphys(é)Q/(%_§ a,b,a)dé

0
X
~ Vs 09206 .b.0) = [ Vo9 (1 0.b. ) d (103)
0
where we utilized the fact that Vp,,s(0)2(0; a, b, a) = Vppys(0). We have:
/ 1 2 2
Q(x;a,b, ) = Ea {sech [¢(x —a)] — sech” [ (x — b)]} (104)

The integration in Eq. (103) is performed numerically.
In our problem, we choose the following parameters: a = —197.5 a.u,, b=197.5 a.u, a = 1.
The numerical potential is given by

0 |x| <200
v )=V X) + .
num (X) mod (X) {Vabs(|xl —200) |x| > 200 >

In Fig. 6, we plot both V,04(x) and the real part of Vy,m(x) for a relatively small field, ¢ = 0.005 a.u..
4.3. Results

The problem was solved by the semi-global propagator for different choices of M and K values. For each M and K choice,
the problem was solved several times with different values of At (the time-step is constant throughout the propagation,
as well as M and K). We compute the magnitude of the relative error of the final solution for each parameter choice. The
efficiency of the propagator is demonstrated by a comparison of the resulting errors with those obtained by Runge-Kutta of
the 4’'th order (RK4, see Sec. 2.2). We compare also between the results of the semi-global propagator for the different M
and K values.

In order to compare between different methods and parameter choices, we should compare the computational effort
required for a similar accuracy. This may be done by choosing several specific examples. However, a fuller and a more
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Fig. 6. Vi;04(x) and the real part of Vi (x) for Vppys(x) = Varom (x) — 0.005x.
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Fig. 7. The error decay curves of the RK4 method, and the semi-global propagator with parameters M = K = 7. The log;o of the relative error is plotted
vs. the log;o of the number of Hamiltonian operations. The last sampling point in each curve represents the limit in which the effects of roundoff errors
become important, and the error ceases to decay. The RK4 curve shows a linear behavior with a slope very close to —4. There is also a seemingly linear
region in the semi-global curve, with a slope close to —9.

reliable comparison is obtained by investigating the behavior of the error decay with the computational effort. This is done
by plotting the error decay curve for each method and parameter choice. In the error decay curve, the error is plotted Vs.
the computational effort for several choices of At. A log-log plot is used. The computational effort is measured here by the
number of Hamiltonian operations, which constitute the majority of the computational effort.

In order to obtain a consistent behavior of the error decay for the semi-global propagator, we use a slightly different
version of the algorithm from that presented in Sec. 3.2; we restrict the number of iterations to a single iteration, i.e. the
steps of the loop in stage 2c of the algorithm are performed just once. This is with the exception of the first time-step,
in which the solution is computed without a limitation on the number of iterations, where the parameter € (see Sec. 3.2)
represents the machine accuracy of the double-precision. This version of the algorithm restricts the inner freedom in the
algorithm, thus ensures the consistency of the error decay curve.

The relative error should be computed from a highly accurate solution of the problem. A highly accurate solution cannot
be obtained from RK4 with double-precision, even with an extremely small time-step. This is due to accumulation of the
machine errors. Hence, we use a reference solution obtained by the semi-global propagator, with the following parameters:
M =9, K =13, At =1/30. No limitation is imposed on the number of iterations, and € represents the machine accuracy of
the double precision. It was verified that the estimated errors, computed by the tests for the different sources of the error
in Appendix D, do not exceed the order of the machine accuracy. The high accuracy of the obtained solution is evident from
the shapes of the error decay curves.

First, we shall compare the results of the semi-global propagator with the parameters M = K =7, with those of RK4.
The error decay curves are plotted in Fig. 7. The sampling points represent gradually decreasing values of At, for which the
computational effort gradually increases. In each curve, At is decreased until the error stops to decay, due to the effects of
roundoff errors.

The linear behavior of the RK4 curve is apparent. This is in consistence with theory—the error of the RK4 method is of
0 (At%) (see Sec. 2.2). Since At =T /N, the error decays as Nt_4. The number of Hamiltonian operations is linear with N¢.
Thus, the log-log plot yields a —4 slope. The slope obtained by a linear fit of the linear region of the curve agrees very well
with theory (the obtained slope is —3.99). The semi-global curve has also a seemingly linear region. The slope obtained
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Fig. 8. The error decay curves of the semi-global propagator with different choices of M and K. The log;, of the relative error is plotted vs. the log;q of
the number of Hamiltonian operations. All curves include a region with a seemingly linear behavior.

by a linear fit of the linear region is close to —9 (the precise value obtained is —8.77). The advantage of the semi-global
propagator can be clearly seen.

Another advantage of the semi-global propagator is the maximal accuracy which can be obtained with the same machine
accuracy. The minimal relative error which was obtained by RK4 is 9.96 x 10~10. Thus, in this problem, the RK4 method
with double-precision is limited to an accuracy of about 10~°. The minimal error obtained for the semi-global propagator
with this choice of parameters is 5.25 x 10~ 14,

Relying on the linear fit of both curves, one can estimate the number of Hamiltonian operations needed for a requested
accuracy for each method. Regular accuracy requirements for most physical applications are of the order of 107>, One finds
that for an accuracy of 1072, the RK4 method requires 6.8 times the number of Hamiltonian operations required for the
semi-global propagator. The advantage of the semi-global propagator becomes more apparent for applications which require
a high accuracy solution. For an accuracy of 10~2, the RK4 method requires 24 times the number of Hamiltonian operations
required for the semi-global propagator.

We proceed with a comparison between different choices of K and M. We shall compare between the following choices:
M=K=5 M=K=7, M=K =9 (the results of M = K =7 have already been presented in Fig. 7). The error decay curves
are shown in Fig. 8. The choice of M =K =5 is shown to give inferior results in comparison to the higher orders. The
M = K =7 choice is slightly advantageous over the M = K =9 for regular accuracy requirements. The M = K =9 choice
becomes superior for high accuracy requirements. These findings are by no means general; the ideal parameter choice for a
required accuracy is problem dependent.

All curves include a region with a seemingly linear behavior. The slope of the linear region for M = K =5 is very close to
—9 (the precise value is —8.98). The slope for M = K =9 is —10.6. As has already been mentioned, the slope of M =K =7
is —8.77.

The explanation of these results requires a detailed error analysis. One can show that the error resulting from each of
the three error sources, mentioned in Appendix D, behaves polynomially with At, under certain approximation assumptions.
This is the origin of the seemingly linear behavior in the error decay curves. However, the order of each error source with At
is different. Since the overall error depends on several error sources, its behavior with At is considerably more complicated
than that of RK4, in which there is only one error source. A detailed error analysis is beyond the scope of the present paper,
and is left for a future publication.

Nevertheless, the error decay rate in each curve is shown to be much advantageous over the common Taylor methods.
The error decay rate is higher for each parameter choice than a Taylor method of the same order (the order of approximation
for each of the three parameter choices is M — 1, and the slope predicted for a corresponding Taylor method is —(M — 1)).
Particularly, the M = K =5 choice has the same approximation order as RK4, and the decay rate is much higher.

We can summarize that the semi-global propagator has two advantages over the Taylor approach, which lead to a higher
error decay rate:

1. In general, approximation by higher orders leads to higher error decay rate. The use of high order expansion is not
recommended in Taylor methods, because of the inefficiency of a Taylor series as an approximation tool in higher orders
(see Sec. 2.2). The semi-global approach, being free of Taylor considerations, allows to use higher order expansions than
the Taylor approach;

2. The error decay rate of the semi-global propagator is higher even for the same expansion order as the Taylor method.
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In this context, it is interesting to compare between the current approach and a class of propagators, known as expo-
nential integrators (see, e.g., [8,17-19,30,43]). The propagation technique of the exponential integrators is also based on the
fm(z,t) functions (defined in Eq. (35)). Certain elements of the current approach can be found to have been employed in ex-
ponential integrators (see, in particular, [13]). However, there is a fundamental difference between this class of propagators
and the current approach: The exponential integrator studies always employ local Taylorian considerations for constructing
the propagation, while the propagation technique of the present approach is Taylor free. Hence, the error decay rate of
the exponential integrators is limited by the order of the Taylor approximation employed, with the slope predicted for a
simple Taylor method of the same order (see, for example, [43]). In contrast, the error decay rates in the present algorithm
significantly exceed those of a Taylor method with the same expansion order. This fundamental difference between the
approaches also allows to use higher expansion orders and larger time steps in the present approach in comparison to the
exponential integrators.

5. Conclusion

The solution of the time-dependent Schrédinger equation is one of the most important tasks in quantum physics. It can
be solved by global means when the Hamiltonian is stationary. This approach leads to vast improvement in accuracy and ef-
ficiency. In the present paper we presented a generalization of the global approach to the general case of a time-dependent,
nonlinear Hamiltonian, with the additional inclusion of an inhomogeneous source term. The global approach can be im-
plemented for the inhomogeneous Schrodinger equation with a stationary Hamiltonian. The solution method in this case
constitutes the basis for the present approach for the general case of time-dependence or nonlinearity of the Hamiltonian.
The general case can be treated by a semi-global approach, which combines global and local elements. The semi-global
approach is characterized by propagation in relatively large time-steps, each of which is treated by global means.

The semi-global approach was shown to be significantly more efficient than the common local approach, which is based
on Taylor considerations. Since the propagation method is Taylor free, it has the advantage of being able to use higher order
approximations. The error decay rates were shown to be much higher in the new approach, thus enabling to achieve highly
accurate solutions with a vast decrease in computational effort.

The semi-global algorithm applies also to the solution of a general set of ODE’s, a fundamental problem in numerical
analysis. The solution of the Schrédinger equation is an application in a special case of the general problem.

It was demonstrated that the semi-global algorithm is applicable also to non-Hermitian operators by the use of the
Arnoldi approach. Thus, it applies also to problems in non-Hermitian quantum mechanics or to the solution of the Liouville-
von-Neumann equation.

We asserted that the success of the present approach is mainly attributed to the global element of the method, in which
large intervals are treated as a whole in a unified process. This significantly reduces the main problem in the regular local
schemes, in which the step-by-step propagation leads to a large numerical effort and error accumulation.

This advantage of the global approach over the local one reveals a more fundamental difference. The local approach relies
(explicitly or implicitly) on a Taylor approximation. The Taylor considerations are based on the derivative concept, which is
local in nature. The ability to deduce global information from local information is limited. Hence, it is not surprising that
the Taylor expansion has poor convergence properties, thus becomes an inefficient tool for approximation purposes. In our
opinion, the extreme importance of the Taylor expansion for analysis led, unjustly, to its wide spread as an approximation
tool. In contrary, the present approach relies on orthogonal polynomial expansions, which have fast convergence properties.
The approximation by an orthogonal set is intimately related to the fundamental concept of interpolation (see Appendix A.2).
The interpolation concept is global in nature, where the information is deduced from samplings which are distributed all
over the approximation interval. Thus, it becomes significantly advantageous over the Taylor expansion as an approximation
tool.

It should be noted that even the local element in the semi-global approach is advantageous over the local Taylor con-
siderations. The initial information for the propagation into the next time-step is obtained by extrapolation, rather than
local derivative information. The extrapolation concept is just an extension of the interpolation concept. A global interpola-
tion approximation inside the interpolation interval can supply relatively accurate information for extrapolation outside the
interval.

The main disadvantage of the present version of the algorithm is the necessity of specifying three parameters by the
user. A successful choice of the parameters requires a trial and error process and experience. In order to accommodate with
this problem, a parameter free version of the algorithm should be developed. The parameters will be determined adaptively
by the procedure during the propagation process, to achieve maximal efficiency for the required accuracy. Such a version
of the algorithm is expected also to significantly enhance the efficiency. The Chebyshev approximation should be replaced
by a Leja approximation [39] for the flexibility of the parameter determination process. The efficiency of the procedure
requires an accurate error estimation. One of the advantages of interpolation approximations is the relative ease of the
error analysis and estimation. Thus, the adaptive semi-global scheme is expected to be more successful than the available
adaptive schemes for Taylor propagators.

We believe that a proliferation of the semi-global algorithm will lead to a significant improvement of accuracy and
efficiency in quantum applications, as well as in the vast variety of problems which require the solution of a large set of
ODE's.
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Appendix A. Polynomial approximations
A.1. Approximation by a Newton interpolation

A.11. The Newton interpolation

The Newton interpolation is a polynomial interpolation of a function f(x). The function is sampled at specific points
distributed in the domain of approximation. The Newton interpolation polynomial approximates f(x) within the domain
from the sampling points. The approximation becomes exact at the sampling points.

Let us denote the sampling points by

Xj, j=0,1,....N (106)

The value of f(x;) is given for all sampling points. The Newton interpolation approximates f(x) using the following form:

fx)~ag+ar1(x—xp) +ax(x —xp)(x —X1) + ... +an(xX —xo) (X —Xx1) -+ - (X — XN—_1)

N
=) GRa(®) (107)
n=0
where the a,’s are coefficients, and the R,(x)’s are defined by
Ro(x) =1
n—1
Ra() =[x —x)) n>0 (108)
j=0

The R;(x)’s are called “Newton basis polynomials”. In order to find the a,’s, we first have to become familiar with the
concept of divided difference, which will be presented below.

Let us consider a function f(x), and a set of points, as in Eq. (106). The divided differences have a recursive definition.
We will give the definition, and examples will follow immediately. The divided difference for a single point xq is defined as

flxol = f(x0) (109)

The divided difference of more than a single point is defined as

flx1,%2, ..., %] — flX0, X1, ..., Xn—1]
FIX0, X1,y Xn] = =22 . XOO ! n-l (110)
-

For instance, the divided difference of two points is

flx11 = flxol _ fx1) — f(x0)

flxo,x1]= (111)
X1 —Xo X1 — Xo
The divided difference of three points is
f&x)=fx1) _ fxD)—f(xo0)
X1, Xx2] — fxo0, x - - -
f[XO,X],XZ]E f[ 1 2] f[ 0 ]] — X2 —X1 X1—Xo (]12)
X2 — Xo X2 — Xo
The a, coefficients are given by the divided differences as follows:
an = flX0, X1, ..., Xn] (113)

A.1.2. Interpolation at Chebyshev points

When using a high order polynomial interpolation at equally spaced points, we may encounter a phenomenon which
prevents it from being useful. The interpolation polynomial does not converge to the function f(x) at the edges of the
domain of approximation (even though it may converge very well at the middle of the domain). Instead, we might observe
very large oscillations at the edges. The problem becomes more severe as N grows. This phenomenon is known as Runge
phenomenon.
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Fig. 9. The Chebyshev points (Eq. (114)) for N = 20.

The Runge phenomenon disappears when we choose the sampling points of f(x) appropriately. There is more than one
appropriate choice of a set of sampling points. The most commonly used set is given by the so-called Chebyshev points of
the domain of approximation. The Chebyshev points become denser at the edges of the domain (see Fig. 9; this property
is common to all sets of points which solve the Runge phenomenon). The Chebyshev points are originally defined for
the domain [—1, 1], but they can be easily transformed to another domain by a simple linear transformation, as will be
described later.

The Chebyshev points for the domain [—1, 1] are:

Qj+ D
2(IN+1) |’

Note that yp > y1 > ... > yn. Frequently, it is more convenient to index the points in an increasing order. We can reverse
the order of the points, by defining them in the following way:

S[(Zj—i—l)n}
2IN+1) |

yjzcos|: j=0,1,...,N (114)

yi=-— =0,1,...,N (115)

There is an alternative set of Chebyshev points, with similar characteristics:

jT
yjzcos<%>, i=01,....N (116)

or, with a reversed order:

7T
yjz—cos<%>, j=0,1,....N (117)

In this set of points, the function is sampled at the boundaries of the domain, unlike in the set (114). This can be advan-
tageous in certain circumstances (for example, in the context of the semi-global propagation scheme, in which adjacent
time-steps share a common point; see Sec. 3.1).

The Chebyshev points can be transformed to an arbitrary domain on the real axis, [Xmin, Xmax]- First, they are stretched
or compressed to match the size Ax = Xmgx — Xmin Of the domain:

Ax
) )
yji— ) Yij
Then, they are shifted to the middle of the domain by adding the middle point,

Xmin + Xmax
2

The sampling points are finally obtained by the following linear transformation:

1
XjEE(YjAX‘f‘Xmin + Xmax) (118)

There are other sets of points which solve the Runge phenomenon. The set of Leja points [39] can be advantageous when
the required degree of approximation N is difficult to be estimated in advance. This topic is beyond the scope of this paper.

A.1.3. Numerical stability of the Newton interpolation

The Newton interpolation usually becomes numerically unstable when N grows. The main problem is that the a,’s of
high n tend to become very large, and the corresponding adjacent polynomials become very small, or vice versa. This
problem does not exist when the domain of approximation, [Xmin, Xmax], is of length 4 [46]. Hence, for a domain defined on
the real axis, the problem can be overcome by transforming the problem to a length 4 domain.

First, we transform the sampling points to a length 4 domain. The points in the new domain are defined as

_ 4
Xj= A_xxj (119)

In general, we can define a transformed variable:
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_ 4
X=—X (120)
AX
We also define a new function f(x), such that:
f®=f® (121)

Then, we can approximate f(x) at an arbitrary x value in the original domain, by using the Newton interpolation for the
function f(x) at the sampling points x;. The approximation to f(x) at an arbitrary x is given by the interpolation polynomial
value at x.

A.2. Chebyshev approximation

In the Chebyshev approximation, a function f(x) is approximated by a truncated series of orthogonal polynomials, in the
form of Eq. (15). The basis of expansion consists of the Chebyshev polynomials. They are defined as follows:

T, (x) =cos(n cos™!

X), xe[—1,1], n=0,1,... (122)
In order to clarify the meaning of this weird definition, let us define a variable 6 such that

X =cos6 (123)
Then we obtain the following equivalent definition of the Chebyshev polynomials:

Tn(cos®) = cos(nb), 0 el0,m], n=0,1,... (124)

For instance,

To(x) =cos(0) =1 (125)
T{(x) =cosf =x (126)
To(x) = c0s(20) =2cos?0 — 1 =2x* — 1 (127)

Note that the functions cos(nf) from the RHS of Eq. (124) span the function space in the domain 6 € [0, 7 ]. In addition,
they are orthogonal in this domain:

w
To 2 n=0
/cos(m@) cos(nh) do = —= 8, oy = (128)
2 1 n>0

0
The Chebyshev polynomials are obtained from the cosine basis by mapping 6 into x with the nonlinear transformation
(123). The resulting functions are also orthogonal in the x space, but with respect to a weight function in the new space.
This can be seen by changing the integration variable of Eq. (128) from 6 to x. We obtain:

b4 -1 1
T (X)Tn(X) T (X)Tn(X) 7T otn
__ - - 12
/cos(m@)cos(n@)d@ / Sind dx N dx > Smn (129)
0 1 -1

We have obtained the orthogonality relation of the Chebyshev polynomials under the weight function

1
wx) = —— (130)
V1 —x?
The Chebyshev polynomials satisfy the following recurrence relation:
Thp1(®) =2xTn(x) —Th—1(x), n=>1 (131)

All Chebyshev polynomials can be obtained recursively from To(x) and T;(x) (see Egs. (125), (126)), using Eq. (131).

Now suppose we want to approximate a function f(x) in a given domain [Xpin, Xmax], from several samplings of the
function in the domain. Suppose we can choose the sampling points as we wish. The function can be approximated from
the sampling points by a Chebyshev series, as will be described below. For simplicity, let us first assume that the domain of
approximation is [—1, 1].

f(x) can be spanned in the following form:

N
FX) A eaTa(®) (132)

n=0
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The c,’s are called the Chebyshev coefficients of f(x). They can be obtained by projecting f(x) onto each of the T(x)
basis functions. Using the orthogonality relation (129), the Chebyshev coefficients are given by the following scalar product
expression:

1
2
Cn = /f(X)Tn(X)W(X)dX (133)
T oy
-1
Equivalently, we can perform the scalar product in the 6 space:
2 b3
Ch = /f(cos@) cos(nd) do (134)
Tan
0

Suppose that the form of f(x) is unknown, or that the integral cannot be performed analytically. We have to compute the
Chebyshev coefficients numerically from a finite number of samplings of f(x) within the domain. Fortunately, the problem
of computing the Chebyshev coefficients can be reformulated by discrete means, without reduction of the quality of the
approximation.

We utilize the fact that there exist discrete versions of the orthogonality relations between the cosine basis functions.
The orthogonality relations are given by a finite sum over samplings of the cosine functions in equally spaced points in 6.
For instance, we have the following orthogonality relation:

_ Qi+

(K+1)O"<5 _
2K+

K
Z cos(kf;) cos(19;) = 5 R

j=0

0; (135)

where «y is defined in Eq. (128), and K > 0. Note that in the x space, the points x; = cosf; are just the Chebyshev points

defined in (114). The orthogonality relation (135) can be utilized in order to find the Chebyshev coefficients from the
sampling of f(x) at the Chebyshev points, as we shall see. Let us define:

g(0) = f(cos®) (136)

Eq. (132) can be rewritten as

N
g(0)~ Y cpcos(m) (137)

m=0

Let us multiply g(@) by the basis function cos(nf), and sum over the set of N 4+ 1 Chebyshev points:

_Qj+Dm

N
> g(6)) cos(nd)), =N

j=0
We substitute g(0) with the approximation (137), and obtain:

N N N
Zg(Qj) cos(nfj) ~ Z Z Cm cos(mj) cos(nbj) = WCH (138)

j=0 j=0m=0

where we applied the orthogonality relation (135). The Chebyshev coefficients are finally given by

2 2 N Qj+ D nQj+Dm
ch = NT Do jzzog(ej)cos(nej) = N Do jzzo f |:cos (72(N ey >:| cos [72(1\] = } (139)

Note that the Chebyshev coefficients defined by Eq. (139) are not identical with those defined by the integral version of
Eq. (134). However, the inaccuracy in (139) is originated in the truncation error of Eq. (132) itself (see Eq. (138)). Thus, the
total error will be of the same order of magnitude as the truncation error, and the quality of the approximation will be
similar.

Actually, the set of N + 1 equations defined by (139) is a linear transformation of the function value vector,
[g(60), 261, ..., 80017, into the coefficient vector, [co, 1, ..., cn]T. This transformation is called a discrete cosine trans-
form (DCT). It has an apparent similarity to the discrete Fourier transform (DFT). There are several kinds of DCT’s. The
transformation defined in Eq. (139) is sometimes referred as a DCT of the second kind.

The DCT’s are reversible transformations. The inverse transformation of Eq. (139) is actually defined by Eq. (137) for
the set of #;'s. Hence, the approximation is exact for the Chebyshev sampling points. In that sense, Eq. (132) with the cj's
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computed by Eq. (139) defines an interpolation of f(x) in the set of N + 1 Chebyshev points. A fundamental theorem of
interpolation theory states that the interpolation polynomial for a given set of sampling points is unique. Thus, the approxi-
mation presented here is equivalent to the approximation by a Newton interpolation at the Chebyshev points, described in
Sec. A.1.2.

The DCT transformations can be computed very efficiently by algorithms derived from the fast Fourier transform (FFT)
algorithm. Hence, the scaling of the computational effort is of O(NInN). There are available programs for computation of
the DCT. When using them, a care should be taken on the exact definition of the transformation—usually, there are slight
differences in the definition of the transformation coefficients.

It is also possible to approximate the Chebyshev coefficients by sampling f(x) at the set of boundary including Chebyshev
points (see Eq. (116)). We use the following discrete orthogonality relation:

K . .
1 2 j=0,K
,Bk Jj _ { J ) (140)

— cos(kf;) cos(18;) = — 8, 0; = , =
,-Zoﬁf (0 coslhy) = =Zda. Oi=T  Bi=)) )ik

where K > 1. Following similar steps as above, we obtain:

Nﬁz -g(0j) cos(nbj) = Z f[cos( )}cos(%) (141)

Here again, the set of N 4+ 1 equations defined by Eq. (141) is a linear transformation of the function value vector into
the coefficient vector. It is another kind of a DCT, sometimes referred as a DCT of the first kind. Its inverse is defined by
Eq. (137) for this set of points. The boundary including points are preferable when the exact value of f(x) at the boundaries
is important.

In the case that the domain of approximation of f(x) is different from the Chebyshev domain, [—1, 1], it is required
to shift the problem to the Chebyshev domain. The treatment of the problem is similar to that of Sec. A.1.2. For instance,
let us discuss the approximation by the boundary including Chebyshev points. We denote the domain of approximation by
X € [Xmin, Xmax]. Let us denote the set of Chebyshev points by y;:

Ch =

j 7T
wzcos(%), j=0,1,....N (142)

The Chebyshev points in the domain [Xpin, Xmax] are defined by the linear transformation (118). We can also define a variable
y € [—1, 1], which is given by the inverse linear transformation of x:

2X — Xmin — Xmax

y= Ax (143)
We define a function ]_‘(x) such that

Fo=fw (144)
The approximation to f(x) is given by

N
FRO=FfW~) calay) (145)
n=0
where
Noq njmw
=N ZO ﬂ— ¥ ;) cos(n;) = Z f(x])cos< v ) (146)

We see that the Chebyshev coefficients are simply given by a discrete cosine transform of f(x), sampled at the Chebyshev
points of the domain [Xpin, Xmax].
The treatment in the case of the points of (114) is completely identical. We obtain:

2 L [n@it D
TN e jzzof("’)“’s[ 2N+ 1) ] (147)

where the x;’s are given by Eq. (118), with the y;’s of Eq. (114).
As was mentioned in Sec. A.1.2, it is often more convenient to reverse the order of the Chebyshev points, in order to
obtain increasing values of x with the point index. This can be done by defining them as in Egs. (115), (117). However, care
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should be taken to preserve the original form of Egs. (146), (147), in which each of the f(x;)’s is multiplied by the cosine
of the corresponding angle. Hence, the order of the angles should also be reversed. This is equivalent to the addition of a
minus sign to the RHS of the two equations. Eq. (146) is replaced by

2 njmw
‘=N ; ﬁ—jf(xj)cos (T) (148)

and Eq. (147) is replaced by

N .
2 ni2 D
cn:——Zf(xj)cos [L} (149)
(N + Do 1= 2(N+1)
Appendix B. Approximation methods for the multiplication of a vector by a function of matrix
Here we discuss several methods for the computation of the following vector:
u= f(AV (150)

where v is an arbitrary vector, A is a matrix, and f(x) is a function. All approximation methods are based on the following
realization: When the multiplication of f(A) with Vv is all what required, we can avoid the direct computation of f(A),
which is highly demanding numerically. Instead, we use successive multiplications of vectors by the matrix A. As has
already been mentioned in Sec. 2.3.1, in certain cases we can replace the direct multiplication of the vector by the matrix
A, by a computational procedure which is less demanding numerically.

B.1. Polynomial series approximations

The first two methods presented here are based on approximation of f(x) by a polynomial Q(x) of degree L. Q(x) is
a truncated polynomial series of f(x) (cf. Eq. (15)):

L
fR~QL) =) baPn(x) (151)

n=0

where the P,(x)’s are polynomials of degree n, and the b,’s are the corresponding expansion coefficients. We can approxi-
mate u by the following expression (cf. Eq. (16)):

L
U~ QLAV= ) byPn(AV (152)
n=0

The idea is to compute the expressions P,(A)V by successive multiplications of vectors by A, instead of computing P, (A)
and multiplying v by the resulting matrix.

As we have seen in Appendix A, when using a polynomial expansion for the approximation of a function, we first have to
define the approximation domain, [Xmin, Xmax]. The approximation is expected to be accurate only inside the approximation
domain. In our problem, the approximation should be accurate in the eigenvalue domain of A. This can be readily seen by
considering the decomposition of v into the eigenvectors of A:

N—-1

.
Il
o

where the @ j's are the eigenvectors of A, the v;’s are the components of v in the eigenvector basis, and N is the dimension
of A. Plugging (153) into (150), we obtain:

u=)» vif(Aj)9; (154)
j=0

where 1 is the eigenvalue of 7 j- When using the approximation of Eq. (151), we actually replace the accurate expression
of Eq. (154) by the following approximated expression:

=
L

U~ Y viQ(A)Q; (155)

—.
Il
o
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It is clear that Q(%;) should be accurate for each of the A;’s. Hence, the approximation domain has to cover the whole
eigenvalue domain of A.

Frequently, the eigenvalue domain of A is unknown, and we have to estimate it. Note that an overestimation of the
eigenvalue domain size costs additional numerical effort, because more terms are required to approximate f(x). In cases
that the eigenvalue domain cannot be estimated, or when the eigenvalue domain is complex, the Arnoldi approach (see
Sec. B.2) should be used instead of the polynomial expansion methods.

B.1.1. Newton interpolation

One approach for approximation of @ by a polynomial series is by using a Newton interpolation of f(x) at the Chebyshev
points of the eigenvalue domain, defined by Eq. (118) (see Appendix A.1.2) [46]. The Newton interpolation polynomial is
(cf. Eq. (107)):

L
QLX) =Y anRn(x) (156)

n=0

The x; sampling points which define the a,’s and the R;(x)’s are given by Eq. (118). The R,(x)’s satisfy the following
recurrence relation:

Rni1(%) = (X — Xp) Rp (%) (157)

u is approximated by

L
U~ Y Ry (AV (158)
n=0

The recurrence relation (157) can be utilized in order to compute the expressions R, (A)V successively.
Let us index the sampling points by j=0,1,..., L. The algorithm for the computation of u is described below:

1. Compute the Chebyshev points y; by Eq. (115) or by Eq. (117).

2. Compute the Chebyshev points x; in the eigenvalue domain [Xmin, Xmax] from the y;’s by Eq. (118).

3. Compute the function values f; = f(x;).

4. Compute the divided differences a;, n=0,1, ..., L, recursively from f; and x;, using Egs. (113), (109), (110).
5. W=V

6. u= ao\TV

7.fori=1to L

(a) W= AW — x;_|W
(b) u=u+aq;w
8. end for

In practice, the Newton interpolation problem should be transferred to a domain of length 4, for numerical stability (see
Appendix A.1.3). This amounts of two slight changes. We have to add to the recursion relation of Eq. (157) an additional
conversion factor, in order to transform x to the domain of length 4:

4
Rpp1(x) = E(X — X)) Rp (%) (159)

where AX = Xmax — Xmin. In addition, the sampling points x; that appear in the denominator of the divided difference for-
mula (110) are replaced by X; = 4x;/Ax. Accordingly, we insert the following changes into the algorithm:

1. The x;’s in stage 4 are replaced by 4x;/Ax (note that the f;'s from stage 3 remain the same).
2. Stage 7a is replaced by W = (AW — x;_1W)4/Ax

u can be computed with other sets of sampling points which solve the Runge phenomenon (for instance, the Leja points;
see Appendix A.1.2). We use the same recursion formula and algorithm, where the x;’s are the desired set of points.

B.1.2. Chebyshev expansion
Another approach for approximating u is by the expansion of f(A) in a Chebyshev series [45]. The approximation
polynomial Qj(x) is given by

L
QL) =) caTa(y) (160)

n=0
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where

2X — Xmin — X,
y= 22 cmin  7max (161)
AXx
The c,’s are given by Eq. (147) or Eq. (146), where the x;’s are given by Eq. (118), together with Eq. (114) or Eq. (116),
respectively (see Appendix A.2).
u is approximated by

L
U~ QLANV= ) caTn(AWV (162)
n=0

where

A 2A — Xmin — Xmax (163)

Ax

The Chebyshev polynomials satisfy the recurrence relation

Tn1(¥) =2yTn(y) = Tn-1(y), nz=1 (164)
where

To(y) =1 (165)

iy»=y (166)

We can compute the expressions Tn(A)V successively by utilizing the recurrence relation, where y in Egs. (164), (166), is
substituted by A.
The algorithm for the computation of u is described below:

1. Compute the Chebyshev points y; by Eq. (114) or by Eq. (116).
2. Compute the Chebyshev points x; in the eigenvalue domain [Xmin, Xmax] from the y;’s by Eq. (118).
3. Compute the function values f; = f(x;).
4. Compute the Chebyshev coefficients ¢, from the f;'s by Eq. (147) or by Eq. (146).
5. Wi =V
6. ‘_’TVZ = [%A?’ - ()imin + Xmax)V]/ AX
7. U= oW1 + c1Wy
8. fori=2toL
(a) W3 =2[2AW — (Xmin + Xmax) W21/ AX — Wy
(b) U =1+ c;Ws3
(c) Wy 2\732
(d) wy =ws
9. end for

B.2. Arnoldi approach

The approximations of Sec. B.1 are based on the assumption that the eigenvalue domain is known, or can be estimated.
They cannot be applied when it is impossible to estimate the eigenvalue domain. The difficulty in the estimation of the
eigenvalue domain becomes severe when the eigenvalues of A are distributed on the complex plane, and not only on the
real or on the imaginary axis.

Moreover, the concept of Chebyshev sampling is defined for a one dimensional axis, which may be the real or imaginary
axis. Hence, a Chebyshev approximation can be applied for functions of a real variable, or a purely imaginary variable.
However, a Chebyshev approximation is not suitable for functions of complex variables, which are distributed on the two
dimensional complex plane. Thus, the methods of Sec. B.1 are not applicable when the eigenvalue spectrum of A is complex.

In the present section, we introduce the Arnoldi approach for approximation of (150) [47]. In the Arnoldi approach, the
eigenvalue domain needn’t be known, and the sampling is chosen by different considerations. Thus, it becomes suitable also
for the treatment of matrices with a complex spectrum.

The Arnoldi approximation is intimately related to the polynomial approximations, but the approach to the problem is
different. We can view our basic problem as the problem of reduction of large-scale matrix calculations into simplified
approximations. The polynomial approximations reduce the calculation of the matrix into a simplified calculation of the same
matrix, in which a function is reduced into a low degree polynomial. In the Arnoldi approach, the matrix itself is reduced into
a small-scale matrix. This is done by the choice of a “good” set of a small number of vectors, which can be representative
in the framework of the specific problem. The matrix A is represented in the reduced subspace spanned by the vectors.
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The approximation is based on a reduction of the problem to the subspace spanned by the following vectors:
v, AV, A%V, ..., Alv (167)

The subspace is spanned by multiplications of the vector v by powers of A, from degree 0 to L. A vector space of this
kind is called a Krylov space. The space spanned by (167) is a Krylov space of dimension L 4+ 1. The Krylov space is a “good”
subspace in our problem for two reasons, which are interrelated:

1. Any polynomial approximation of i of degree L in the form of (152) can be spanned by the Krylov space. This is a
direct consequence of the fact that any polynomial can be expressed in the terms of the Taylor polynomials. Thus, the
Krylov space is actually the characteristic subspace of polynomial approximations of degree L.

2. Suppose V can be spanned by a subspace in the eigenvector spectrum of A. The subspace is invariant to multiplication
by A or f(A), which are diagonal in the eigenvector basis (this can be readily seen by expanding v in the eigenvector
space, as in Eq. (154)). Thus, @ remains in the same eigenvector subspace as V. The Krylov space also remains in the
eigenvector subspace, for the same reason. Hence, it is expected to be effective for the representation of u. Note that if
Vv is spanned by an eigenvector space of dimension up to L + 1, i can be fully represented by the Krylov space. Even
when V is spanned by the whole eigenvector space, frequently a small number of eigenvectors dominate its composition.
Thus, the Krylov space may still be effective in approximating it.

The vectors of Eq. (167) are in general non-orthogonal. Moreover, the vectors are getting closer to be parallel with
the degree of A. When using them as a basis set, this might be a source of numerical instability. We should work with an
orthonormal basis set for spanning the Krylov space, for the sake of numerical stability and the simplicity of the calculations.

In order to obtain an orthonormal basis, we use the Gram-Schmidt process. The idea underlying the Gram-Schmidt or-
thonormalization goes as follows: The orthonormal basis vectors are computed successively from the original non-orthogonal
set of vectors. We subtract from each vector from the original set its projection on the subspace spanned by the already
computed orthonormal vectors. We are left with a vector which is orthogonal to the subspace spanned by the previous vec-
tors. Then, we simply normalize it, and obtain an orthonormal set which is enlarged by one dimension. Then, we continue
to the next vector from the original set, and so on.

In practice we use the Modified-Gram-Schmidt (MGS) algorithm which is equivalent, mathematically, to Gram-Schmidt
but less sensitive to roundoff errors. The orthonormalization in the context of the Krylov space can be implemented by an
iterative process, as will be seen. The iterative algorithm is referred as Arnoldi iteration.

Let us denote the orthonormal set by

Vo, V1,..., 0]
As will be seen, the vector v, belongs to the Krylov space of dimension n + 1. In the algorithm, we compute an additional
orthonormal vector, ¥;41, which belongs to the Krylov space of dimension L + 2. The necessity of its computation will be
clarified in what follows. We denote the scalar product of two vectors, T and s, by (f, §).
The algorithm is described below. During the algorithm, we also store in the memory a set of constants, which participate
in the computation. The necessity of this will be clarified in what follows.

1. Compute the first vector in the orthonormal set as the normalized Vv:

<

Vo =

<!

2. for j=0to L
(a) Compute a non-orthonormalized new vector by setting: j+1=Avj.
(b) fori=0to j
L Set: Iy j= (Ui,})j+1). o . R
ii. Subtract from v, its projection on v;: Vj11 =041 — I jv;.
(c) end for
(d) Set: Tj1,j =1Vl
(e) Normalize v by setting:

3. end for

Clearly, the ¥4 computed in stage 2a belongs to the Krylov space of dimension j + 2, since it is composed from some
linear combination of the first j + 2 Krylov vectors. Thus, in each iteration, the Krylov space is enlarged by one dimension.
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At the end of the algorithm, we are left with an orthonormal set of dimension L + 2. We also computed, seemingly by
the way, the T'; j’s. These have a special significance. Actually, I'; ; is the matrix element of A in the orthonormal basis, i.e., it is
equivalent to A; j = <T)i, Av j>. This can be readily seen from the algorithm. In stage 2(b)i, the vector ¥ j+1 is given by

i—1
A’Uj — ZFk’jvk
k=0

with the summation convention of Eq. (38). Using the orthonormality relations between the vectors, we obtain immedi-
ately:

i—1
F,"j=<f)i,/\ﬁj—Zl—'k’jf}k>=<ﬂi,Af)j)=Ai’j, i<j (168)
k=0

It can also be shown that Aj . ; is equivalent to I'j;¢ ;, computed in stage 2(d). In analogy to stage 2(b)i, the matrix
element Ajyq j is given by the projection of v in stage 2(d), on the final 1, obtained in stage 2(e). In stage 2d, V41
is in its final direction, but is still unnormalized. The projection of a vector on a unit vector in the same direction gives its
norm. This clarifies the definition of I'j,1 j in stage 2(b)i.

The matrix elements I'; ; with i > j+ 1 are not computed in the algorithm. It can be easily seen that they vanish. The
expression AV belongs to the Krylov space of dimension j + 2. The vectors v; with i > j+ 1 are orthogonal to this space,
and hence, the scalar product vanishes.

Now we are able to construct the matrix representation of A in the reduced orthonormalized Krylov basis. It will be
denoted by I'. The matrix is a square matrix of dimension L + 1, with the following structure:

[Too T'o1 Toz2 -+ Tor—1 TorT
I'o I'y Tz -+ T T
I'yh Top -0 Top1 I
=

3y -+ I3p-1 I3p (169)

0

L I'ii—1 T'ox

The matrix structure is similar to an upper triangular matrix, with zero elements below the first subdiagonal. A matrix of
this structure is called an upper Hessenberg matrix. In the context of the Arnoldi process, I' is referred as the Hessenberg
matrix of A. Note that in the algorithm, we compute also I';4; 1, which is not included in the definition of I'. It will be
useful to define also an extended matrix I, of dimension (L +2) x (L 4+ 1). T is given by the extension of I" by one row, in
the following way:

F (170)

00 -+ 0 Tyt

=
Il

Note that the last column of I is computed in the algorithm during the process of obtaining U;41. We see that this
process is necessary for the computation of the Hessenberg matrix, even though ¥;,1 does not participate in the approx-
imation itself, which takes place in a Krylov space of dimension L 4+ 1 only. The computation of an additional vector costs
an additional matrix-vector multiplication. Thus, in the Arnoldi process, we need L 4 1 matrix-vector multiplications, in
comparison to L for a polynomial approximation of the same order. Nevertheless, the extension of the Krylov space by one
dimension is useful for the estimation of the error of the approximation, as will be seen.

The Arnoldi process can be summarized by L + 1 vector equations in the following way:

- n -
Avp — Zk:o i n Uk

Uny1 = , 0=n<lL (171)
1—‘n+1,n
or,
n+1
AVp=) Tinly, 0<n<lL (172)
k=0

These equations can be written compactly in a matrix form:

AY =YT (173)
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where Y is an N x (L 4+ 1) matrix (N denotes the dimension of A) which its columns are the v,’s:
Y=[Vo, V1, --- U] (174)

and Y is an extension of Y by one column, which contains vy 1:

Y=[0o, U1, -+ VU, Vpy1] (175)
We can write Eq. (173) in an alternative form, which does not involve the extended matrices. We utilize the fact that the

last row of T’ contains only one non-zero element, which affects only the last column of the resulting N x (L + 1) matrix. It
can be easily seen that we have:

AY =TT + 410 Vi1 €], (176)

where €, denotes a unit vector of dimension L + 1, which its j'th element is given by § jn-

Now we are about to use the reduced basis, obtained by the Arnoldi iteration, for writing an approximation of u. The
¥y’s in the orthonormalized Krylov basis representation are given by €,1. Thus, we can define the vector which represents
v in the reduced basis in the following way:

®=|V|é (177)

T has an important significance—it is the transformation matrix from the reduced Krylov basis representation to the original
N dimensional representation of A and v:

D = Teni1 (178)

Following the reasoning that was introduced in the beginning of this section, we can approximate u by performing the
calculation in the reduced basis representation, and transforming the result to the original basis. Let us define the corre-
sponding vector of f(A)V in the reduced representation:

n=fDw (179)
7 is transformed to the original representation, to yield the following approximation of u:
u~ Ty (180)

As was mentioned in Sec. 2.3.1, the direct computation of a function of matrix via diagonalization, in the form of Eq. (14),
is very expensive numerically for a large scale matrix like A. However, it is not an expensive operation to diagonalize T',
which is a small scale matrix, in order to calculate 77 Thus, 77 can be computed as

1=Sf(D)S™'® (181)

where D is the diagonal matrix which represents I' in the basis of the I'’s eigenvectors, and S is the transformation matrix
from the diagonalized basis representation to the v, basis representation.

In the approximation obtained, we do not need any previous knowledge about the eigenvalue domain of A. Moreover,
we do not rely on any assumption on the form of the eigenvalue domain. Hence, it can be applied also for A with a complex
spectrum.

The justification that was given to the approximation in the form of Eq. (180) is intuitive rather than rigorous. Hence,
it becomes unclear what is the quality of the approximation, and how to estimate the resulting error. In what follows, we
shall give a fuller justification to the Arnoldi approach approximation. It will be shown that Eq. (180) is actually equivalent
to a polynomial approximation of u. This will enable us to estimate the error of the approximation.

Let us return, for the moment, to the polynomial approximation methods. We shall present a new approach for the
choice of the approximation polynomial Q;(z) (see Egs. (151), (152)), which is led by different considerations from the
polynomial approximations of Sec. B.1.

Until now, we used the concept of interpolation as an approximation tool for a function. Now we shall see that there
exists a more intimate relation between a function of matrix and the interpolation concept. Let g(z) be a function which
interpolates f(z) in the eigenvalues of A, i.e.:

It can be easily shown that when the set of eigenvectors spans the N dimensional space, then g(A) is completely equivalent

to f(A):
g(A) = f(A). (183)
This can be proved by showing that

[f(A) — g(A)IW=0
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for an arbitrary vector w. Let us expand w in the eigenvectors of A:

N-1
W= w;p; (184)
j=0
This yields:
N-1
[f(A)—g(A)]‘Tv:ij[f(kj)—g(kj)]fﬁj:() (185)
j=0

The condition (182) on g(z) is necessary for the equivalence of the matrices (Eq. (183)). Note that the condition for the vector
equivalence g(A)V= f(A)V may be even weaker. This happens when V is spanned by a subspace of several eigenvectors.
Then, it is sufficient to choose g(z) which interpolates f(z) in the eigenvalues of these eigenvectors only, as is apparent
from (185).

We see that in order to obtain f(A), we needn’t know the behavior of f(z) everywhere, but only its values at the A;’s.
The origin of this somewhat surprising finding lies in the fact that the spectrum of A is discrete. The discrete spectrum
originates in the fact that A itself is a discrete entity. Thus, f(A) itself is also a discrete entity, and its approximation
requires discrete knowledge on f(z).

This leads to a different approach for the choice of Q(z): Instead of trying to approximate the full behavior of f(z) by
the ideal approximation polynomial of f(z) in the domain, we can choose a polynomial which well represents the behavior
of f(z) in several representative eigenvalues of A. This feature is satisfied by an interpolation polynomial of f(z) in these
eigenvalues. The question that remains is: How can we know the eigenvalues of A, without diagonalizing it?

Here the Arnoldi approach enters: We state that the eigenvalues of the reduced matrix I" provide estimation of several
representative eigenvalues of A itself. These can be used as interpolation points of f(z). The eigenvalues of I" tend to
be distributed in the eigenvalue domain of A in the same way as the whole eigenvalue spectrum of A. In the case that
several eigenvectors dominate the composition of v, the spectrum of T" usually contains estimation of most of them. This is
because of the second feature of the Krylov space mentioned in the beginning of this section—the Krylov space remains in
the same eigenvector subspace as Vv, and reflects its eigenvector composition, at least to some extent. This characteristic of
the I' spectrum is particularly useful for the specific approximation of f(A)V, since the interpolation polynomial becomes
adjusted to represent the behavior of f(z) in the dominant eigenvectors in V.

Let us denote the eigenvalues of I by X j. Our approximation polynomial is a Newton interpolation polynomial,

L

Q@) =) _aRa(2) (186)

n=0
with

Ro(z) =1
n—1

Rn(z)zl_[(z—ij), n>0 (187)
j=0

u is approximated in the form of Eq. (158). If we follow the scheme of Sec. B.1.1, we need L matrix-vector multiplications
for this operation. This is in addition to the L + 1 matrix-vector multiplications required for the Arnoldi iteration process. It
seems that the overall cost of this approximation is more than twice the cost of the approximations of Sec. B.1. Actually, we
can avoid any additional large-scale matrix-vector multiplication, as will be seen. Thus, the overall number of the required
large-scale matrix-vector multiplications will remain L + 1.

In order to show that, we shall use the first feature of the Krylov space, mentioned in the beginning of this section. Let
us consider again Eq. (152), with an arbitrary Q(z). Both V and the approximated u lie in the Krylov space of dimension
L+ 1, since Q1 (A)V can be decomposed into the Taylor polynomial vectors (167). Thus, the operation of the matrix Q(A)
on Vv takes place in the reduced Krylov space, as well as the operation of any of the Q;(A)’s polynomial components. Hence,
the whole calculation can take place in the reduced space, where A is replaced by its reduced representation, I", and V is
replaced by @. The result is transferred back to the full N dimensional space, to yield the same u as in Eq. (152), without
any further approximation. Thus, the following equality is exact for any approximation polynomial Q(z):

QLAV="Q (M@ (188)
In our particular case, 6 is approximated as

L
ﬁ%TZaan(F)E) (189)

n=0
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Now we note that our approximation polynomial, which interpolates f(z) in the entire spectrum of T', is actually equivalent
to f(I"), by Eq. (183). Thus, we have (cf. (179)):

L
=) aR(D)@ (190)

n=0

Then, Eq. (189) becomes equivalent to Eq. (180). This concludes the justification to the approximation of Eq. (180), which is
shown to be equivalent to a specific polynomial approximation.

The new interpretation of the Arnoldi approximation enables us to estimate the resulting error. Assuming fast conver-
gence of the polynomial expansion with n, we can estimate the truncation error of Eq. (189) by the magnitude of the next
term in the sum,

E=lar1] IRL+1(AV| (191)

In order to specify the next term, we first have to choose an additional sampling point. The additional point should be in
the eigenvalue domain of A, which is unknown. It is reasonable to choose the average point of the estimated eigenvalues:

Z?—o 5‘1’
z = — 192
I+1 L1 (192)

It should be verified that z; 41 is not equal to any of the ij's. R1+1(2) is independent of z; 1, and is given by Eq. (187) with
n=L+ 1. z;q determines a;1 only.

The error should be computed without additional large-scale matrix-vector multiplications. Hence, it is desirable to
express R;.1(A)V in the terms of the reduced Krylov space, which involves only small-scale calculations. Here we encounter
the problem that the expression R;1(A)V belongs to a Krylov space of dimension L + 2. Hence, A cannot be simply replaced
by TI", which contains information on the Krylov space of dimension L + 1 only. However, the computation of the reduced
basis vectors involved also the additional vector, ©;1. Thus, it is still possible to obtain a reduced calculation of (191) by
the information we already have. First, we write:

Ri+1(AV = (A —AL)RL(ANV (193)
R (A)V lies in the Krylov space of dimension L + 1. Hence, we can express it in the terms of the L + 1 dimensional space:

RI(AV="TR (D@ ="TjL (194)
where we defined:

k=R (195)
Eq. (193) becomes:

Ri1(AV=AYH — MY ji (196)
Then, we apply Eq. (176) to yield:

Rit1(AV = (TF +TLi1,0 ULy é{+1) = MY j

=7 (F — Xk) w+ Crt1,0ir41 Vi1
=TR 1 1(T)@+ 1.1 h1+1 V41 (197)

where 41 is the (L+1)’th element of ji. We see that the resulting expression is spanned by the extended orthonormalized
Krylov set, which includes ¥; 1. We can use an extended representation of the extended set, of dimension L + 2, in order
to represent Ry, 1(A)V. In the extended representation, R;,1(A)V is defined by the following vector:

2 Rip(D®
= 198
Kk [FL+1,LML+1] (198)

In principle, ;:L can be transferred back to the original representation by the extended transformation matrix, Y, in the
following way:

R (AW =T (199)

However, this operation is unnecessary, as long as we are interested only in the norm of this expression (see (191)). The
vectors in Y are unit vectors, and the norm remains unaltered by the change of representation:

IRl = IRl (200)
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The error is finally given by

E=larllipll (201)
The relative error is given by
E E E
(202)

%{—

E | = 757 > — TS
o Jal al [l

|

If we compute the error, Eq. (181) becomes unnecessary; 3§ should be computed by the Newton interpolation form,
Eq. (190), utilizing the operations needed for the computation of the error. The R,(I")@ terms and the a,’s are computed
iteratively, as explained in Appendix A.1 and Sec. B.1.1. R;+1(I")® and a;, for the error estimation are obtained by contin-
uing the iterative process to the next order.

In order to increase the numerical stability of the Newton interpolation, the size of the approximation domain should be
changed, as in the case of interpolation on a one-dimensional axis (see Appendix A.1.3). In the case of a two-dimensional
domain, defined on the complex plain, the problem should be transformed to a domain which its size is divided by the
capacity of the domain [45]. We give only an expression for the estimation of the capacity, and not an exact definition. The
capacity is estimated by choosing a point in the domain, z,, and computing the following expression:

1
o =(|zp —20||2p — 21| ---|2p — 2n[) ™ (203)

where the z;’s (n=0,1, ..., N) are the sampling points, and N + 1 is the number of sampling points. z, can be chosen as
the average point of the sampling points, as in Eq. (192). In the case of interpolation on an axis, in a domain of length 4
(see Appendix A.1.3), the capacity is 1. This can be observed intuitively from (203), by choosing z, in the middle of the
domain. If the capacity of the domain is different from 1, we should perform a transformation similar to that described in
Appendix A.1.3, where the conversion factor of 4/Ax is replaced by 1/p. In practice, the instructions at the end of Sec. B.1.1
should be followed, with the appropriate conversion factor.

The interpolation polynomial interpretation of the Arnoldi approach reveals an important advantage of the Arnoldi al-
gorithm over the polynomial approximations. This advantage exists in certain circumstances, even for A with eigenvalues
distributed on a one-dimensional axis. If most of the eigenvalues are concentrated in a portion of the eigenvalue domain,
with an additional small number of spread eigenvalues in the whole domain, the Arnoldi approach is expected to be more
efficient. The reason is that the A’s are distributed in the eigenvalue domain in a similar way to the A’s. Thus, the important
region in which most of the eigenvalues are concentrated is better represented than the less important regions. In contrary,
the Chebyshev sampling is uniformly distributed in the domain.

In the application of the time-dependent Hamiltonian propagator, we apply a time-step scheme. The short time intervals
can be treated by a relatively small Krylov space, typically—up to L = 15. When the Hamiltonian is time-independent, the
whole time-interval is treated in a single step, and the required approximation space is large. The Arnoldi approach usually
becomes problematic in a large space. The main reasons are:

1. In the Arnoldi process, we store L + 2 vectors in the memory. For very large N and large L, this might be impermissible.
2. During the Arnoldi process, we perform (L + 1)2/2 scalar products, each of which scales as N. This becomes quite
demanding for large L.

When a large dimension approximation is required, a restarted Arnoldi algorithm should be used (see, for example, [47]). This
topic is beyond the scope of this paper.

Appendix C. Conversion schemes of polynomial expansions to a Taylor form
C.1. Conversion scheme for a Newton expansion
C.1.1. Conversion scheme for the g, m coefficients

Let us write the Newton expansion form for s(t) (cf. Eq. (107)):

M-1

S()~ Y aRn() (204)

n=0
The Ry (t)’s satisfy the following recursion formula (see Eq. (108)):
Rn1(8) = (t — ta)Rn(t) (205)
where
Ro(t) =1 (206)

and the t,’s are the sampling points.
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We need the conversion coefficients of the R, (t)’s to a Taylor form (cf. Eq. (51)):

n tm
Rn®) =) dnm— (207)
m=0 ’

It can be immediately observed from Eq. (206) that:
qoo=1 (208)

The rest of the g m’s can be computed from Eq. (208) by the derivation of recurrence relations. Plugging Eq. (207) into
(205) we obtain:

n+1

Rn+1(t)—ZQnm—_thQHm ZQnm 1, 1 thQnm (209)

On the other hand, we have from (207):

n+1 m
Rny1(6) = Zoczn+1,mE (210)
m=

Equating the RHS of Egs. (209) and (210) we obtain:

n+1 ¢m n+1

ZQn-Hm ZQnm 1 Z%mm' (211)

Equating the coefficients of similar powers of t, we obtain the following recurrence relations for the qn m's:

Gn+1,0 = —tnqn,0 (212)
An+1,m =Mqn,m—1 — taqn,m 1<m=<n (213)
Qn+1,n+1 = M+ 1)qnn (214)

Starting from Eq. (208), all gm n's can be computed in a recursive manner, using Eqs. (212)-(214).
Once the gp m's are obtained, the Sy, Taylor coefficients can be computed by (cf. Eq. (54)):

§m = Z Qn,man (215)
n=m

C.1.2. Conversion scheme for the qn m coefficients
As was mentioned in Sec. 3.3, for numerical stability, it is recommended to absorb the 1/m! factor in the §;, Taylor
coefficients from Eq. (22). Accordingly, Eq. (207) is replaced by:

Ra(0) = Gnmt™ (216)

The recurrence relations for the ¢, ,'s are slightly different from those of the g n’s. Following the same steps as above, we
obtain the recursion formulas:

qn+1,0 = —tnGn,0 (217)

dn+1.m = qnm—1 — tnGn.m 1<m<n (218)

dn+1,n+1 = qn,n (219)
In addition, we have from (206):

doo=1 (220)

which completes the required information for computing the gn 's recursively.
The §;;,’s are computed by:

M-1
Sn= > dumdn 221
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C.1.3. Conversion scheme for a length 4 domain

We mentioned in Sec. A.1 that it is recommended to use a domain of length 4 in a Newton expansion, for numerical
stability. When transferring the original t domain to a length 4 domain, the recursion formula for the R,(t)’s gains an
additional conversion factor (cf. Eq. (205)):

4
Rnp1(t) = E(t —tp)Rn(t) (222)

where At is the length of the original domain. Accordingly, the RHS of the recurrence relations (212)-(214) and (217)-(219)
is multiplied by the same factor, to yield:

4
dn+1,0 = —A—l_thn,O (223)
4
qn+1,m = E(mqn,m—l — thqn,m) 1<m<n (224)
4
n+1,n+1 = E(n + Dgn,n (225)
and
- 4
dn+1,0 = _A_tt”q"‘o (226)
- 4 -
n+1,m = E(Qn,m—l — thqn,m) 1<m<n (227)
- 4
An+1,n+1 = EQn,n (228)

The S;;’s and the gm's are computed as in Egs. (215), (221).
C.2. Conversion scheme for a Chebyshev expansion

The Chebyshev expansion is defined for the domain [—1, 1]. Suppose we want approximate s(t) in an arbitrary domain
t € [tmin, tmax] by a Chebyshev expansion. We define a variable y € [—1, 1] such that

2t — tmin — tmax
— 28 tmin 7 tmax 229
Y At (229)

where At = tax — tmin (see Sec. A.2). Then we expand s(t) in a Chebyshev series:

- = 2t —tpin —t
SO~ Y &Ta(y) =) &Ty (w) (230)

At
n=0 n=0

Let us define the following set of polynomials:

2t — tmin — tmax) (23])

¢n(t)ETn< At

Note that (229) is a linear transformation. Hence, ¢, (t) remains a polynomial of degree n, like T,(y). The Chebyshev
expansion can be rewritten as a polynomial series in the terms of the ¢, (t)’s:
M-1
()~ Y Eagn(t) (232)
n=0

Using this form, the coefficients of the Taylor like form, s;;, can be computed from the Chebyshev coefficients, ¢, via
Eq. (54).
First, we expand the ¢, (t)’s in a Taylor form (cf. Eq. (51)):
n tm
o) =D Gnm— (233)
m=0

We can utilize the recurrence relation between the Chebyshev polynomials in order to find the qnm's. The Chebyshev
polynomials satisfy the following recursion formula:

Tni1(¥) =2yTn(y) — Tn-1(y) (234)
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where

To(y) =1
Ti(y)=y

The recursion formula can be rewritten in the terms of t and the ¢, (t)’s:

4t — 2(tmin + tmax)

Gny1(t) = AL n(t) — Pn—1(t)
where
$o(t) =1
2t — tmin — tmax
ht)y=————

At
It can be observed from Eqgs. (238), (239), that:

qoo =1
Q0= _tmin ~+ tmax
’ At
2
qi,1 = Kt

Here, again, the rest of the g, »’s can be obtained from Eqgs. (240)-(242) by the derivation of recurrence relations.

Plugging Eq. (233) into (237) we obtain:

n n

4 M 2 (tmin + tmax) gm 1! (m
¢n+1 (t) = E Z qn,m - m s Z Qn,m% - Z Qn—l,mE
m=0

= m! At —
n+1 n n—1
_ 4 Z q " 2(tmin + tmax) Z o q o
At = e m = 1)1 At — M m) — "M

On the other hand, from (233) we have:

n+1 m
Pny1(t) = Z qn+1,m %
m=0

From Eqgs. (243), (244), we obtain:

n+1 n+1 n

m=0
The recurrence relations are obtained by equating the coefficients of similar powers of t:

2(tmin + tmax)

n+1,0 = — At an,0 —dn-1,0
2(tmin + tmax)
qn+1,m = Ean,mfl - %fh,m —qn—-1,m 1<m<n-1
q _ inq _ 2(tmin + tmax)q
n+l,n = At n,n—1 7At n,n

4
qn+1,n+1 = E(n + Dgn,n

The Taylor like coefficients are given by (cf. Eq. (54)):

M-1
Sm = E qn,mCn
n=m

The Gn.m’s can be computed in an analogous manner to the g, n's. From Eqs. (238), (239), we have:

-1
" 4 tm 2(tmin + tmax) M
n;)‘]nﬁ-l,ma—xtn;%l,m—l m—1 - AL ZQn,mﬁ _rgfh—l,m

(235)
(236)

(237)

(238)

(239)

(240)

(241)

(242)

(243)

(244)

(245)

(246)
(247)
(248)

(249)

(250)
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doo=1 (251)
~ tmin + tmax
__ 252
d1,0 AL (252)
2
G171 = — 253
ha=—~ (253)

Using the same technique as for the g, s, we obtain the following recurrence relations:

2(tmin + tmax) ~

dnt1,0=— At dn.0 — Gn-1.0 (254)

- 4 2(tmin + tmax) ~ -

n+1,m = Eqn,m—l - %qn,m —dn-1,m l<m<n-1 (255)

- 4 2(tmin + tmax) ~

n+1,n = EQn,n—l - %Chﬂ (256)

- 4

dn+1,n+1 = EQn,n (257)

The gm's are given by

. M-1

§m = Z {]n,mén (258)
n=m

Appendix D. Error estimation and control

One of the most important issues in any numerical method is the ability to estimate the magnitude of the error of the
method. When the error can be estimated, it can usually be controlled by altering the parameters of the approximation.
Thus, we should point out the possible sources of inaccuracy in the propagation procedure, and provide estimations of the
magnitude of the error.

First, we focus on the error of the local solution in a given time-step and a given iteration. Then, we discuss the relation
between the local errors and the global error of the algorithm, i.e. the error of the whole propagation process.

D.1. Local error

The local solution is computed in step 2(c)vi of the algorithm in Sec. 3.2. There are three sources of inaccuracy in this
computation:

1. Convergence error: The computation is based on the previous u(ty ), i.e. the guess solution or the solution from the
previous iteration (step 2(c)i);

2. Time-discretization error: The time behavior of Sex ((t),t) is approximated from sampling at the discrete Chebyshev
points (steps 2(c)i, 2(c)ii); ~

3. Function of matrix computation error: fy, (G, ty; — tk.0)Vm, is approximated by a polynomial expansion, or by the Arnoldi
approach.

The different sources of inaccuracy result in an inadequate representation of Eq. (65) by the algorithm. The effects of the
different inaccuracy sources on this representation vary. In any case, the algorithm does not represent Eq. (65) accurately,
but something else. It is important to understand what the algorithm does represent, for the understanding of the behavior
of the algorithm in each situation in which the algorithm fails to yield the required accuracy. The different situations can
be classified as follows:

1. The algorithm represents an equation which differs from Eq. (65); we can distinguish between two situations, which
correspond to different sources of inaccuracy:

(a) Time-discretization error: The time-sampling is insufficient to represent G(t) or s(t) properly. We can view this situ-
ation in the following way: We actually solve an equation of the general form of Eq. (56), but for another problem,
in which G(t) or §(t) are replaced by their truncated time-expansions;

(b) Function of matrix computation error: The expansion of fy, (E,tk,, — tr.0)Vm, does not approximate the expression
properly. In this case, the equation represented by the algorithm does not correspond to an equation of the form of
Eq. (56).

2. The algorithm does not represent a continuous equation of time, but a discretized vector problem in time. The algorithm
is based on samplings of u(t) at several discrete time-points, which constitute a time-vector. When the time-sampling
is insufficient to represent the time-behavior of u(t) properly, a time-discretization error results. In such a case, the
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algorithm does represent the requirement that Eq. (65) will be satisfied at the sampling Chebyshev time-points, but
fails to represent the requirement that it will be satisfied at the intermediate points. One outcome is that the resulting
\7j’s become inaccurate, and so is u(t). Another outcome is that Eq. (65) is not satisfied at the intermediate points, even
with the resulting v;’s.

3. The algorithm does not represent an equality at all. Eq. (65) is an implicit equation, because of the dependence of the
\7]-’5 on u(t). Step 2(c)vi would have represented it accurately only if the u(ty)’s in step 2(c)i were exact. Because of the
convergence error, step 2(c)vi may represent the equality only within the required extent of accuracy. If the convergence
error is too large, the algorithm fails to represent the equality to the required accuracy.

In what follows, we give estimations to the magnitude of the error for the three inaccuracy sources, and discuss the
ways to control the error for each source.

D.1.1. Convergence error

An estimation of the convergence error is already included in the algorithm in Sec. 3.2, as the convergence criterion in
step 2(c)vii. The convergence rate of the iterative process can be assumed to be fast. Consequently, the error of 6,4 is larger
by orders of magnitude than the error of the new solution. Hence, the ﬁ(tk,Mk_1) obtained in step 2(c)vi can practically
represent the accurate solution in this context. Thus, the convergence criterion yields an excellent approximation to the
relative error of the old solution at the edge of the time-step,

801 — Utk p—1) |
6t -1

where u(t) here is the exact solution. We assumed that |[ti,q| in the denominator of step 2(c)vii is close enough to the
converged solution, and can safely replace ||ﬁ(tk,M,<—1)||- Assuming that the iterative process converges, the error of the old
solution yields an upper limit to the error of the new one.

The problem with this estimation is that it greatly overestimates the convergence error, since the error of the old solution
is assumed to be larger than the error of the new one by several orders of magnitude. Much better estimations to the
convergence error of the new solution can be obtained with some extra numerical effort. This topic is left for a future
publication.

In the algorithm in Sec. 3.2, the magnitude of the convergence error is controlled by the number of iterations. The
convergence error can be controlled also by altering the other parameters of the algorithm. A decrement of the length of
the time-step, Aty, is effective in the reduction of the convergence error. An increment of the number of expansion terms
in the time-expansion in the previous time-step, My_1, may be also helpful, since the guess solution becomes more accurate
(unless Mj_1 becomes too large; see Sec. 3.4). The same is true for Ki_q, the number of expansion terms for the function
of matrix in the previous time-step.

D.1.2. Time-discretization error

The estimation of the time-discretization error requires some additional insight into the origin of the error. The time-
discretization error actually results from the replacement of the exact Sex ((t), t), by another time-dependent inhomoge-
neous term, which approximates it by interpolation at the Chebyshev points. Let us denote the approximated Sex (1i(t), t) by
SN (t). The absolute time-discretization error is obtained by the difference between the solutions of two different problems—
the approximated problem and the actual one:

Eint (t) —

G () — @t H (259)

int

oy () as the inhomogeneous term. By the Duhamel principle

where u™(t) denotes the solution of the problem with s
(Egs. (20), (61)), we have:

t

u(t) = exp [G(t — ty )] Ult,0) + / exp [G(t — T)]Sext (W(7), T) dT (260)
k.0
t
u" (t) = exp [G(t — ty 0) ] W(tr0) + / exp [G(t — )85 (T) dt (261)
k0
and thus:

t t
EiM () = /exp (Gt —1)] [§2}5(r)—§m(ﬁ(r),r)] dr|| = /exp [G(t — 1)] A (1) de (262)
k0

tk, 0
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where we defined:

ASIE(t) = S (£) — Sexe (T(D), D). (263)

The integral expression can be readily used to yield an upper limit for the error:

E) < max_ Hexp [G(t— )] A (T) H (t — tro)

(t —tr,0) (264)

= |lexp [C (¢ — tman)] AZEE (im0

where tj;qx denotes the time-point in the interval [ty o, t], which maximizes the magnitude of the expression.
Next, we utilize the fact that the time-step is assumed to be small, due to the stability requirements of the algorithm.
Hence, we can assume that

HEXP [E(t - tmax)] Asle?ft(tmax) (265)

~ H ASIe’th (tmax)

Note that for a Hermitian Hamiltonian, G becomes anti-Hermitian, and Eq. (265) becomes exact.
At the edge of the time-step, the expression for the absolute time-discretization error yields the following estimation:

E™ (1) ~ | A (b | At (266)

The relative error can be estimated by

” ASME (tmax) H Atk

ext
|t (txe a1 |

Observing Eqgs. (266), (267), one encounters the problem that tpygy is unknown. However, the precise knowledge of tmqx is
unnecessary, since we need only an estimation for the order of magnitude of the error. It is reasonable to use the point
which is furthest from neighboring sampling points instead of the precise ty.x. Hence, we can choose the middle point
between t;;ijg and the next Chebyshev point.

Asé’}ft(t) at the estimated tngx can be computed directly, via Eq. (263). Sex (W(t), t) at the estimated tpgy is computed in
the same way as the samplings of Sex (U(t), t) at the Chebyshev points (step 2(c)i of the algorithm). gj{t(t) at the estimated
tmax is computed by the evaluation of the approximation polynomial of Sy (u(t),t) at the point, using the coefficients
computed in step 2(c)ii of the algorithm.

This error estimation tends to overestimate the time-discretization error, typically by one or two orders of magnitude
at the time-step edge. The reason lies in the oscillatory nature of As'e’;tt (t), which is responsible for cancellation of errors
during the integration in Eq. (262). An accurate estimation of the time-discretization error requires a more detailed analysis.
This topic is left for a future publication.

The magnitude of the time-discretization error can be primarily controlled by the number of Chebyshev time-points, M.
However, M) cannot be increased indefinitely in order to reduce the error, because of reduction in the efficiency of the
algorithm in higher orders (see Sec. 3.4). An alternative option for error reduction is the decrement of Aty.

EM (b p1) & (267)

D.1.3. Function of matrix computation error

The estimation of the function of matrix computation error is more direct. It can be readily observed from the compu-
tation in step 2(c)vi that the absolute error of the computation of fy, (G, ty —tk,o)VM,< is just the same as the resulting
absolute error of u(ty) itself. Let us denote the absolute error as E fm(ty; the relative error at the edge of the time-step can
be estimated by

ES™(tk my—1)

_ 268
[, 1] (26%)

EMM (e 1) =

where u/™(t) denotes the solution resulting from the approximation of ka(E, t— tk,g)?/M,<. An estimation to E/™(t) is given
by an estimation of the truncation error of the expansion of fu, (G,t — tx o)V, . In the case that a polynomial expansion
approximation is used, one simple way to estimate the truncation error is by computation of the error of the same ap-
proximation at several test points; the value of fy, (z, Aty) is interpolated in z at several representative test points in the
eigenvalue domain, and the relative error from the exact value is computed; the estimated E/ ™ (tx,m,—1) is given by the
multiplication of the obtained relative error by || ka(Ef, Atg)Vp, |l An estimation of the error for the Arnoldi approach is
given in Appendix B.2.

The magnitude of the function of matrix computation error can be primarily controlled by the number of expansion
terms for the approximation, K. A decrement of At also reduces the error.
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D.2. Global error

Our main interest is in the estimation of the global error of the final solution obtained by the algorithm. One would have
suggest that the global error of the algorithm is just an additive sum of the local errors in each time-step. This is indeed the
case when the propagation process is numerically stable. However, it is important to be aware of the fact that the global
behavior of the algorithm might be different; we may observe three distinguished behaviors of error accumulation in the
algorithm:

1. Additive accumulation: The final error is the sum of the errors of the solutions in the last iteration of each time-step;

2. Divergence with propagation: The error accumulates in an explosive manner during the propagation. The magnitude of
the solution tends to infinity with the propagation;

3. Divergence of the iterative process: The iterative process in a specific time-step fails to converge. The magnitude of the
solution tends to infinity with the number of iterations.

In the last two behaviors, the estimation of the local error is useless for the estimation of the global error. The diver-
gence of the iterative process can be always detected, since the algorithm fails to continue the propagation process. Most
frequently, the divergence with propagation is also easily detected, by the occurrence of an overflow, or an unreasonably
large magnitude of the solution. Seldom, it may occur that the divergent process has stopped at an early stage at the end
of the propagation, and the magnitude of the solution is not unreasonable. In this case, it might not be easy to detect the
divergent behavior of the error.

Of course, it is highly desirable to prevent an unstable behavior of the algorithm. First, we should attribute the different
unstable behaviors to the responsible causes.

The divergence of the iterative process clearly originates in a too large time-step, which is outside the convergence radius
of the algorithm. If a divergence of the iterative process occurs, the length of the time-step should be decreased.

The origin of the divergence with propagation is less obvious. Let us recall the classification into the different situations
in which the algorithm fails to represent Eq. (65) adequately. When the algorithm represents an equation of the general
form of Eq. (56) (situation 1a above), the behavior of the solution is expected to preserve the characteristic features of
Eq. (56). For instance, in the homogeneous Schrodinger equation (with a Hermitian Hamiltonian) the norm of the solution
is expected to be conserved. Hence, a divergent behavior with the propagation is not expected. In contrary, the behavior of
the algorithm in the other situations is unexpected.

In practice, a divergent behavior was observed only in situation 1b above, i.e. when there is a function of matrix com-
putation error. Experience shows that only a low accuracy expansion of fy, (G, tx; — tk.0)Vm, leads to a divergent behavior.
The instability disappears when more expansion terms are used. We can conclude that it is not recommended to expand
fm, (2, tk) —tr,0) by a low accuracy expansion, even when a low accuracy solution is sufficient. Further research is required
to estimate the maximal allowed inaccuracy in the expansion for stability of the propagation. In the problems that were
tested so far, the following criterion was found to be sufficient for stability:

ES™ (ke p—1)
| fm, (G, AtV ||

It is noteworthy that a divergent behavior with the propagation might be observed also for the convergence error, in a
different version of the algorithm than that presented in Sec. 3.2; if one restricts the allowed number of iterations in each
time-step (like in the numerical example of Sec. 4), a divergence with propagation might occur. This phenomenon is typical
for high order M values. The use of high order M is not recommended anyway, by efficiency considerations (see Sec. 3.4).

It should be noted that the phenomenon of divergence with propagation is common to other propagators, when the
time-step is too large.

The inclusion of tests for the magnitude of the error in the algorithm increases the robustness of the algorithm. The tests
may be also used for an adaptive choice of the parameters during the propagation. In the future, we plan to develop an
improved version of the algorithm, based on this principle.

<107

Appendix E. Supplementary material
Supplementary material related to this article can be found online at http://dx.doi.org/10.1016/j.jcp.2017.04.017.
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Chapter 4

Optimization of high harmonic
generation by optimal control
theory—-climbing a mountain in

extreme conditions

Unpublished.

In the present chapter, the optimization scheme is applied to typical HHG problems.
The theory established in Chapter 2 is further developed and adjusted to the HHG prob-
lem. The simulation of the dynamics is performed by the tools developed in Chapter 3 for
non-Hermitian dynamics. The absorbing boundary conditions are realized by the method
employed in Chapter 3. The optimization is performed by a second-order gradient method
(BFGS), replacing the relaxation scheme of Chapter 2. This was required due to the
relative complexity of the HHG physics, which is reflected in the complexity of the opti-
mization hypersurface. The application of the optimization method to the HHG problem

is thoroughly discussed, with attention to several unique issues.
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A theoretical optimization method of high-harmonic-generation (HHG) is devel-
oped in the framework of optimal-control-theory (OCT). The target of optimization
is the emission radiation of a particular frequency. The OCT formulation includes
restrictions on the frequency band of the driving pulse, the permanent ionization
probability and the total energy of the driving pulse. The optimization task requires
a highly accurate simulation of the dynamics. Absorbing boundary conditions are
employed, where a complex-absorbing-potential is constructed by an optimization
scheme for maximization of the absorption. A new highly accurate propagation
scheme is employed, which can address explicit time dependence of the driving as
well as a non-Hermitian Hamiltonian. The optimization process is performed by a
second-order gradient scheme. The method is applied to a simple one-dimensional
model system. The results demonstrate a significant enhancement of selected har-
monics, with minimized total energy of the driving pulse and controlled permanent
ionization probability. A successful enhancement of an even harmonic emission is

also demonstrated.
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I. INTRODUCTION

When high intensity light is focused on a dilute gas novel phenomena emerge. One of the most
intriguing is High-Harmonic-Generation (HHG), where a nonlinear response of the atomic system leads
to emission in very high multiples of carrier frequency of the driving laser [I-3]. HHG is a crucial step
in generating attosecond pulses [1-7]. In addition, HHG has become a light source in extreme UV or
soft X-ray for novel spectroscopic applications [8—11].

HHG constitutes a major breakthrough in experimental physics. However, the main drawback is
the low efficiency of the process (typically ~ 107°). Another major drawback is the energetic require-
ments, where very high power lasers are required to initiate the process (typically in the range of
~ 10" — 10"W/em?). In addition, the HHG process involves ionization. The permanent liberation
of the electronic density into the macroscopic medium results in the production of plasma, which is
responsible to severe experimental problems, such as dispersion and absorption of the emitted radiation.

The low yield of the HHG process has motivated novel approaches to enhance the process. One
major direction is the application of quantum coherent control for the optimization of the HHG process.
In the present study, we establish and explore a quantum Optimal Control Theory (OCT) scheme to
enhance the emission of a specific harmonic output. The minimization of the energetic requirements
and restriction of permanent ionization are also addressed.

In general, the optimization of a physical process can be achieved by two approaches:
1. Rational optimization, based on the intuitive application of physical insights;
2. Search procedure optimization, based on a computational optimization procedure.

Unravelling the mechanism of the process is a step toward a rational optimization. The three-step-
mechanism was the first successful HHG model [12]. This is a single electron semiclassical model: At the
peak of the radiation pulse, the bound electron tunnels out to free space. In turn, the field switches sign
and the electron is launched back to the nucleus where it recombines and emits a high energy photon
[13, 14].

This simple semiclassical theory has been successful in predicting control approaches able to enhance
the yield. For example, control of the absolute phase of a few cycle pulse enhances the HHG yield. The
model has inspired the use of polarization and polarization shaping to control the HHG process [15—17].

An important aspect ignored by the semiclassical three-step model is the importance of quantum

effects in HHG, such as interference of the electronic wavefunction, or interference of pathways [15].
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Other models for HHG have been proposed which were applicable to earlier experiments which used
higher driving frequency [1, 19-21].

Contrary to rational optimization, the search procedure optimization approach does not require
previous physical insights. Machine learning enables optimization of a process without a physical model
[22]. HHG has also been optimized using learning algorithms based on simulations [23]. Experimental
approaches to the optimization of HHG were based on open loop learning algorithms [24-27]. This is a
successful pragmatic approach, however with the disadvantage that physical insight can only be gained

after extensive analysis.

Quantum optimal control theory (OCT) was developed as a computational scheme able to obtain a
control field for a given task [28, 29]. The control task is formulated as a maximization problem of a
functional object, based on variational calculus. The first control tasks were the control of a chemical
yield [29]. Other tasks emerged [30], such as cooling molecular internal degrees of freedom [31] or
generating quantum gates [32]. A major effort has been devoted to create efficient algorithms to solve
OCT problems [33-38]. These methods are based on iterative algorithms. The largest computational
effort in the computational optimization process is devoted to solving the time-dependent Schrédinger
equation with a time-dependent control field. The methods differ by their update scheme of the control
field from iteration to iteration. The search process of OCT is significantly more efficient than learning
algorithm approaches, since it is based explicitly or implicitly on gradient information, which is lacking

in learning algorithms.

(Terminological remark: The present paper addresses the optimization of the HHG phenomenon;
however, many of the discussed details apply also to the more general problem of optimization of
harmonic generation (HG), including low-order harmonic generation phenomena. Other details are
unique to the subproblem of optimization of HHG. The term HG refers to the general problem, while
the term HHG refers specifically to the particular problem addressed in the paper.)

Control of HG poses a severe challenge on OCT. One difficulty lies in the fact that OCT is naturally
formulated in the time domain, while the control requirements are defined in the frequency domain. An
additional difficulty originates in the fact that frequency requirements extend over a duration of time.
This results in a uniqueness of the OCT formulation: While the common OCT formulation addresses
targets at a given time-point, the target of HG is extended in time. In OCT such targets require an
inhomogeneous source term in the Schrodinger equation [39—41]. The treatment of inhomogeneity poses

a numerical challenge.

The earliest study of an emission spectrum target dates back to 2008 [12]. However, this study is
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confined to the context of control of coherent anti-Stokes Raman scattering (CARS) spectrum.

Our previous work [43, 44] first addressed the general problem of theoretical optimization of HG. It
mainly focused on the optimization of low-order HG phenomena, such as HG based on a resonance-
mediated-absorption mechanism in molecular model systems. The optimization method was demon-
strated to efficiently enhance the emission in selected frequencies. In [44] the method was demonstrated
also to a HHG problem. However, the chosen optimization problem was not a typical HHG process. The
selected target frequency was within the Bohr frequencies of the system, and thus the optimized physical
process was based on the excitation of one of the characteristic frequencies of the system. In contrast,
in the typical HHG process the spectrum consists of multiples of the fundamental frequency of the laser
source, where the system plays the role of an up-conversion medium for the incoming frequency. Thus,

the physical process is fundamentally different.

Another problem in [13, 14] was the chosen restriction imposed on the source field spectrum. Only
an upper bound on the control frequency was imposed. As a result, the control field included low
frequencies which currently cannot be produced in high intensities. A more realistic restriction is a

frequency band centered around the carrier frequency of the laser source (see Sec. IV).

The present study addresses the particular problem of HHG control, based on the principles developed
in our previous work for the general HG problem. However, the HHG problem presents several unique

challenges which require a special treatment.

The accurate numerical simulation of the HHG dynamics presents a computational challenge. The
HHG process is characterized by extreme physical conditions: The central atomic or molecular potential
has a Coulomb character, which is steep by nature; the process involves ionization, where the dynamics of
liberated electron in the continuum extends to large spatial distances from the parent ion; the dynamics
of the liberated electron under the influence of the driving field is characterized by a strongly accelerated

motion. These extremes require large computational resources for a reliable and accurate description.

Another aspect of the numerical difficulty lies in the fact that HHG is a small amplitude effect.
Hence, even tiny numerical artefacts lead to large distortions of the high-harmonic spectrum, where the
magnitude of the spurious effect may be comparable to the physical effects. This necessitates the use of
highly accurate tools for the description of the HHG process. In particular, a highly accurate solution of
the time-dependent Schrodinger equation is required, which necessitates an appropriate solver. Another
major challenge lies in the realization of absorbing boundary conditions. Imperfection in their absorption

capabilities will lead to large spurious effects [15, 16].

The optimization procedure involves additional challenges. The complexity of the physical situation
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is reflected in the optimization hypersurface, which becomes considerably more complex than that of
the simpler low-order HG problems. This requires the use of more sophisticated optimization tools.
Another problem is that the severity of the numerical artefacts can be enhanced by the optimization

process, which tends to maximize them at the expense of real physical effects.

An issue which requires special treatment in the optimization of HHG is the requirement of prevention
of permanent ionization. While ionization is an integral part of the typical HHG mechanism, the
magnitude of the electronic probability liberated into the macroscopic medium should be minimized.

This requirement has to be reflected in the OCT formulation.

Several studies dealing with theoretical optimization of HHG have been recently published [17-51].
Ref. [17] employs a maximization term similar to the one employed in our previous work, as well as
in [12]. The study aims at the extension of the cutoff frequency. However, as noted by the authors,
the available band of the source includes low frequencies (as in [14]), which increase the ponderomotive
energy and thus extend the cutoff. The low frequencies dominate the spectra of the optimized pulses.
Thus, the control achievement presented in this study is actually the maximization of the emission in a
region which is below the cutoff frequency of the dominating frequency in the pulse. A demonstration
of the extension of the cutoff without the extension of the available band to lower frequencies has not

been achieved to date.

Ref. [18] utilizes the principles presented in [43, 14] to the development of an OCT formulation in the
framework of time-dependent Density-Functional-Theory (TDDFT). This theory enables an optimiza-
tion of HHG in multi-electron systems. Unlike in [43, 44, 47], the system is controlled by the variation

of the profile of a slowly varying envelope of a fixed carrier frequency.

Refs. [19-51] employ genetic algorithm optimization schemes, an approach which has already been

employed in both theoretical and experimental works, as was mentioned above.

The contribution of the present study lies in the thorough treatment of the numerical aspects of the
problem, as well as in the theoretical treatment of the restriction of permanent ionization, a topic which

has not been addressed in other studies.

The aim of this paper is to establish a comprehensive approach based on OCT to address the target
of optimizing a single emission line in HHG. The ultimate goal is to identify novel mechanisms based
on interference phenomena which can achieve this goal. Before this task can be achieved, the technical
issues in adopting OCT to HHG have to be addressed and solved. This is the main topic of this paper.

The discussion of the mechanisms of optimized fields remains to be addressed in a future publication.

The paper is organized as follows: In Sec. I, we develop the theoretical OCT formulation; in Sec. III,



the numerical tools are described; Sec. IV demonstrates the method in the maximization of selected

harmonics in a simple model system; the paper is concluded in Sec. V.

II. THEORY

Our basic OCT formulation of the general HG problem is reviewed in Sec. ITA. A more detailed
description can be found in [13, 44]. This formulation establishes the foundations of the method. In

Secs. I[1C, II D, the basic formulation is augmented by the required elements for the HHG problem.

A. The basic OCT formulation of harmonic generation

We consider the optimization of a laser pulse defined in the time-interval ¢t € [0,7]. We assume a
linear polarization in the x direction. The temporal profile of the pulse is defined by the time-dependent

electric field €(t), where the effect of the magnetic field is ignored.

The basic requirements of the HG optimization consist of two elements:

1. The spectrum of the driving field has to be restricted to the spectral band available by the laser

source.
2. The emission of the system has to be maximized at the target frequency band.

The two requirements can be treated separately.

Our control requirements are spectral, which are naturally expressed in the frequency domain. How-
ever, the quantum dynamics is naturally expressed in the time domain. These two descriptions are
related by a spectral transform. For this study we employed the cosine transform. It was preferred over
other spectral transforms (the Fourier transform and the sine transform) due to the properties of its
discrete version, the discrete cosine transform (DCT) (see Appendix C 1), as will be clarified in Sec. IT D
and Appendix A.

The operation of the cosine transform on an arbitrary function ¢(t) will be denoted by the symbol

C, and the transformed function by g(w):

3(w) = Clg(t)] = @ / " g(t) cos(wt) dt 1)
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The inverse cosine transform will be denoted by C~!:

\/7/ ) cos(wt) dw = g(t) (2)

The cosine-transform is its own inverse. It has the important property of being an orthogonal transfor-
mation.

In practice, the upper integration limit of the transform does not extend to infinity. The problem is
discretized in both time and frequency; this restricts the upper limits of integration of both the direct and
the inverse transforms, as follows. The upper integration limit of the inverse transform is always limited
by the sampling frequency of the temporal signal, which determines the maximal available frequency;,
denoted here as 2. Similarly, the length of the represented time-interval is determined by the density
of the discretized w grid. The theory is defined within the time-interval ¢ € [0, T]; hence, the density of
the w grid is naturally chosen to represent a time-interval of length 7". Thus, the direct transform is
replaced by a finite-time transform, with an upper limit 7T'.

We begin from the treatment of the maximization of the emission in the target band, which is
the second control requirement mentioned above. The emission spectrum is generated by the dipole
dynamics. This, in turn, is determined by the observables related to the dipole dynamics, e.g., the
dipole operator, the momentum operator, or the dipole acceleration operator (see Appendix A). The
emission spectrum consists of the same frequencies contained in the spectra of the time-dependent
expectation values of these observables. Thus, the emission spectrum can be controlled by controlling
the spectrum of one of these observables. In what follows, we shall address the general problem of the
control of the spectrum of an arbitrary Hermitian observable. The HG problem becomes a particular
case of the general problem.

Let us denote the controlled observable by O. The <O>(t) spectrum becomes

<O>(w) = c \[ / ) cos(wt) dt (3)

The problem of maximization of the magnitude of <O> (w) in the target frequency band can be translated

into the maximization of the following functional term:

max = / fO ( )dw7 (4)
fo(w) =0, max[fo(w)] =1 (5)



where fo(w) is a filter function which represents the target frequency band, i. e. it has pronounced values
only in the target spectral region (note that the normalization chosen here is different from [43, 44]). A

target maximization term of this type has been employed previously in [12].

We proceed to the treatment of the restriction of the driving field spectrum, the first requirement
mentioned above. The function €(w) defines the spectral representation of the time-dependent driving

field €(t) as follows:

e(t) = \/7/ ) cos(wt) dw te[0,7] (6)

The spectral restriction of the driving field is achieved by a frequency-dependent penalty term inserted

into the maximization functional:

= -« ! L€2 w) dw
T = =0 | =) ")
f) >0, max[f(w)] =1 (8)
a>0 (9)

where f.(w) is another filter function, which represents the available laser source band, i.e. it has
pronounced values in the frequency band available to the control field (note that the normalization
chosen here is different from [13, 44]). « is an adjustable penalty factor. Je,e.q, penalizes the undesirable

frequency regions, and thus restricts the band of the optimized €(w).

Jenergy has also the role of imposing a restriction on the total energy of the pulse. By (8) we have:

fe dw>/0 & (w) dw (10)

The RHS represents the norm of €(w). When €(w) is transformed to the time-domain, its norm is
preserved by the orthogonality property of the inverse cosine-transform. Thus, the magnitude of the

RHS becomes equivalent to the fluence of the driving field,

B [e(t)] = /0 E(t) dt (11)

Consequently, the fluence becomes the lower limit of the magnitude of the LHS of (10). This means
that the magnitude of the fluence is also penalized by Jenergy. Since the fluence is proportional to the

total energy of the pulse, Jepergy also restricts the total energy.
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The energetic restriction is particularly important in the context of HHG, which is typically a highly
inefficient process energetically. The simultaneous maximization of the emission amplitude by J,,., and

minimization of the driving field amplitude by Jepergy enhances the efficiency of the process.

It is convenient to define (Cf. Eq. (7)):

(12)

Penalization of the undesirable frequency components of the field has been suggested previously
in [36]. However, Ref. [36] employs a time-domain formulation, while the present formulation is in the
frequency domain, which has considerable advantages (see [13, Chapter 3|, where the relation to other

methods of restricting the driving field spectrum [36, 40, 52] was discussed).

The dynamaical requirements are imposed by a constraint to the optimization problem. The constraint

is introduced into the optimization formulation by the Lagrange-multiplier method.

The dynamics is governed by the time-dependent Schrodinger equation, subject to a given initial

condition:

dy(t))
dt

= —H®) [0(1),  [$(0) = [vo) (13)
(Atomic units are used throughout, thus we set: i = 1.) The time-dependent Hamiltonian is given by

A

FI(t) = Hy — fue(t) (14)

where flo is the unperturbed Hamiltonian, and —/i,€(t) represents the interaction of the x component
of the dipole with the x polarized driving field. The dipole approximation is employed. The Schrédinger
equation becomes a time-dependent constraint to the optimization problem. The maximization func-
tional is modified by the introduction of a corresponding Lagrange-multiplier term (see Appendix B for

more details):

Jsenr = —2Re /OT <X(t) % - iI:I(t)’ ¢(t)> dt (15)

The full maximization functional of the basic HG problem becomes

J[E(W)] = Jmaz + Jenergy + JSchr (16)

After imposing the extremum conditions, we obtain the following set of Euler-Lagrange equations
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(see Appendix B for the full derivation):

AOY — otary . WO) =) (7)
L ——ifa(r) (o) - ¢ [fo()(0) ()| O 10} NT)=0 ()
) = ], ey = - XD (19)
(1) = 7 [etw) = €™ {fw)Cln(0)]) (20)

The expression for 7(t) is identical to that obtained for the driving field €(¢) without the spectral
restriction (see [10, 13, 44]). Thus, Eq. (20) can be interpreted as the unrestricted field, filtered by
the filter function f.(w). A complete filtration of undesirable spectral regions is achieved in the limit
fe(w) — 0. Although Jepergy is rigorously undefined for f.(w) =0, in practice f.(w) can be set to 0
achieving a complete filtration of undesirable regions.

The advantage of the current formulation for the spectral restriction of the driving field lies in the
flexibility of Eq. (19), where the freedom in the choice of f.(w) can have a prominent effect on the
profile of the optimized pulse. Smooth filtration can be achieved by choosing a smooth filter function.
In addition, f.(w) can be chosen so as to provide an envelope shape to the spectral profile of the field
(limitations of this practice are discussed in Sec. IV). Finally, in certain experiments the system is
irradiated by several sources, which differ both in the spectral band and the available intensity; an
appropriate choice of f.(w) can address these scenarios.

General comments on the presented OCT formulation are in order.

The form of J,,.. enables a selective enhancement of spectral emission regions. However, it should
the noted that there is an ambiguity in the term “selectivity”, which can be interpreted in two different

ways:

1. Maximization of the yield of the selected target, regardless of the appearance of “by-products” (in

our case, the emission in other spectral regions);

2. Simultaneous maximization of the yield of the selected target, and minimization of the yield of

any “by-product” (in our case, suppression of other harmonics).

The formulation presented here is aimed at selectivity of the first type. However, several other studies
target the selectivity of the second type, and the control requirements include suppression of undesirable

harmonics (see, for example, [26]). In principle, the suppression of harmonics can be achieved by
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modifying the definition of fo(w) (Eq. (5)) to allow negative values. Then the J,,4, term can be used
to penalize undesirable spectral emission regions. Note that this changes the interpretation of fo(w) as

a filter function. However, this option has not been investigated yet.

Selectivity was the aim of the earliest quantum coherent control studies, which addressed the se-
lective enhancement of the yield in chemical reactions. However, it should be noted that there is a
fundamental difference between the optimization of chemical reactions and optimization of HHG. In
chemical reactions, the sum of the yields of all products is always 100%. Consequently, the by products
are always produced at the expense of the yield of the desired chemical product. Thus, there is no
ambiguity in the term of selectivity in the chemical context. In contrary, in the present context, the
high-harmonic products never sum to 100% of the energetic yield. The efficiency of the HHG process
is very low—typically, the total energy of the emission is orders of magnitude lower than the invested
energy of the incoming pulse. Therefore, the appearance of high-harmonic “by products” (typically,
neighbouring harmonics; see Sec. IV) is unnecessarily at the expense of the desired harmonics. On the
contrary, the suppression of other harmonics inserts an additional requirement into the control problem,

which may be at the expense of the maximization target.

Both Jenergy and Jgenr set constraints on the optimization problem. However, the two terms are
fundamentally different in nature. The Schrédinger equation constraint is a “hard” constraint, which is
well defined, and should strictly not be violated. In contrast, Je,erqy represents softer requirements of
desirable trends—the energy should be kept as small as possible, and the spectrum of the pulse should
gradually decay in undesirable regions. The requirements represented by a penalty term are sometimes
referred to as “soft constraints”. In what follows, the additional requirements of HHG will be realized

by both hard and soft constraint terms.

B. The target operator

The target operator O in the present study is chosen as the stationary acceleration operator of the

dipole, which will be defined in what follows. The dipole acceleration operator is defined as

. dV(X)
pook=—__ ) 21
[t = (21)

where V' (x) is the potential. Note that atomic units are used, and the electron has a unit mass and

charge. The expression in the RHS of Eq. (21) represents the operator expression of the classical force.
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The potential can be divided into a stationary part and a time-dependent part:
v (X) ~ 7 (X) ~ Re(t) (22)

Accordingly, the acceleration operator can also be divided into a stationary part and a time-dependent
part:
v (X)

X =
X

+ €(t) (23)

The stationary acceleration operator is defined by the stationary part of the acceleration operator:

C=—2
dX

(24)
The time-dependent part, €(¢), contributes only large linear response components to the emission spec-
trum (as will be explained in Appendix A), and thus is not of interest in the present context [18].
Moreover, it is advantageous to eliminate these components from the spectrum due to numerical con-

siderations (see Appendix A). Accordingly, we set:

A

O0=¢C (25)

A thorough discussion of the considerations in the choice of the target operator is given in Appendix A.

With the choice (25) of the target operator, the maximization term .J,,q, becomes (Cf. Eq. (4)):

T = % /O " fc(w)<C>2(w) do,  fo(w)>0 (26)

where fo(w) is the target filter function for the <C>(t) spectrum.

C. Restriction of permanent ionization

The HHG process involves partial ionization of the system. Part of the amplitude of the liberated
electron reverts to the parent ion, and participates in the generation of high harmonics via the overlap
with the ionic core. However, part of the electronic amplitude does not return, and the system becomes
permanently ionized. This results in the production of plasma in the medium, which is a source of

experimental problems (see, for example, [53]). Therefore, it is highly desirable to reduce the permanent
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ionization in the process. This task can be achieved by incorporating an additional control requirement

in the OCT formalism.

In our previous work [14] the restriction of permanent ionization was realized by imposing a penalty
on spatial regions which are beyond a chosen spatial threshold. The problem with this formulation is
that it is suitable for a complete elimination of permanent ionization. However, we found that this
requirement is incompatible for typical HHG problems; some permanent ionization has to be allowed
to enable the appearance of significant HHG effects. In principle, the magnitude of the penalty can be
reduced to allow some permanent ionization. The difficulty is that it becomes very intricate to quantify

the allowed permanent ionization probability in this method.

In the present work we used a different formulation. The penalty is imposed on the permanent
ionization itself. We assume that absorbing boundaries are employed to eliminate the outgoing amplitude
at the edges of the grid. The penalty on permanent ionization can be formulated by the following penalty

term:

Jion = 0 ((W(T)[H(T))), (27)
o(y) <0, (28)
o(1)=0 (29)

where o(y) is a monotonically increasing function, which has the role of a penalty function. When
absorbing boundaries are employed, the effective Hamiltonian becomes non-Hermitian. As a result, the
norm of |¢(t)) is not conserved. The magnitude of (1 (¢)]1(t)) is gradually decreasing during the process,
as the electron’s probability is being absorbed by the boundaries. (1 (7")]1)(T')) represents the survival
probability in the process, which can be identified as the probability which is not permanently ionized
(see Appendix E). Condition (28) implies that the lost electronic density is penalized. The requirement
that o(y) is a monotonically increasing function implies that the magnitude of the penalty increases
with the permanent ionization probability. Condition (29) ensures that .J remains unaltered in the limit

of zero permanent ionization probability.

The main advantage of this formulation lies in the flexibility of the form of o(y), which can be adjusted
to represent the complexity of the control requirement. As has already been mentioned, some permanent
ionization should be allowed; this can be reflected by the definition of the maximal allowed permanent
ionization probability, or, equivalently, the minimal allowed survival probability. The magnitude of the

penalty in the “allowed” (¢(T)[)(T)) region should be close to 0. As ((T)[(T)) approaches the

13



minimal allowed survival probability from the upper limit, the magnitude of the penalty should increase

rapidly. This can be realized by a sigmoid profile of o(y) (for an example see Fig. 3 in Sec. V).

A further discussion on the interpretation of J;,, is given in Appendix E.

D. Imposing boundary conditions on the driving field

A realistic pulse shape must be a continuous function. Rapid jumps in €(¢) cannot be produced in

laboratory conditions. Very rapid variations in €(t) will be referred to as “discontinuities”.

In the basic formulation of Sec. IT A, the continuity of €(t) within the time-interval of the problem,
t € (0,7, is ensured by the limitation of the pulse to a low frequency regime. However, at the boundaries
of the time-domain, t = 0, t = T, we encounter a problem: The physical value of €(¢) outside the time-
domain ¢ € [0,77] is zero by definition. However, in practice, €(t) is constructed by a discrete spectral
transform (see Appendix C 1), in which the w sampling is discretized; discrete spectral transforms
represent infinite periodic patterns, which are non-zero outside ¢ € [0,7]. Thus, the physical €(t) is
defined by
C'ew)] 0<t<T
e(t) = (30)
0 t<0,t>T
The restriction of the frequency band by Jepergy prevents the appearance of discontinuities in the infinite
periodic function; it does not prevent the possibility of discontinuities in Eq. (30) at the boundaries of

the time-interval of the problem, t =0,t="T.

The problem can be solved by formulation of additional control requirements; the driving pulse has

to satisfy the following boundary conditions:

The boundary conditions can be treated as additional constraints to the optimization problem. These

can be realized by the Lagrange-multiplier method. Eqs. (31), (32), are treated as constraint equations.
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Accordingly, the following Lagrange-multiplier terms are added to J:

J0) = —V2me(0) = =2 /OQ €(w) cos(0) dw = —2Xg /OQ é(w) dw (33)

Jury = —V21Are(T) = =2\ /OQ €(w) cos(wT') dw (34)

where v/2m\g, V2w Ar, are the Lagrange-multipliers of the constraint equations (31), (32), respectively.

Prevention of discontinuities in €(¢) has a fundamental theoretical importance. If discontinuities are
present at the boundaries, the spectrum of the physical €(t) contains very high frequencies. This has
considerable physical significance in the context of HHG, since very energetic photons are contained in
the driving pulse. The HHG process is an up-conversion process, in which low energy photons in the
driving pulse are converted by the system into high energy photons. The presence of highly energetic
photons in the driving pulse completely changes the physical picture, and leads to spurious HHG effects.

A dynamical analysis of these spurious effects enables a more thorough understanding of their physical
origin. A sudden change in the Hamiltonian leads to the violation of the adiabatic approximation. We
found that non-adiabatic processes are a prerequisite to the generation of high harmonics. Typically, this
is achieved by extremely high intensities. A discontinuity in the field generates spurious non-adiabatic

transitions in much lower intensities. This topic requires a dedicated paper.

While this effect is typically small in magnitude, it is of considerable importance in the context of
HHG, which is governed by small amplitude effects. In our previous work [14] the topic of the boundary
conditions of the field was ignored (as in many OCT works). Thus, the physical significance of the
results presented in the HHG problem of Ref. [11] is quite limited.

Actually, conditions (31), (32), are insufficient to prevent the appearance of highly energetic compo-

nents in the physical €(t) spectrum; discontinuities in the time derivatives,

d"e(t)
"’

n>1

are also a source of high frequency components in the spectrum, which can be questionable both exper-
imentally and theoretically (this was ignored, e.g., in [18]). We found that a discontinuity in the first
derivative is responsible for significant spurious HHG effects. However, the effect of a discontinuity in

the second derivative on the high-harmonic spectrum was found to be negligible. Thus, the following
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boundary conditions to €(t) are added:

de(t) B

i |~ 0 (35)
de(t)

. (36)

These boundary conditions are satisfied automatically by the DCT, in which €(¢) is spanned by a cosine
series. This is an important advantage of the DCT over the discrete Fourier transform, in which the

derivative boundary conditions define additional constraints in the optimization problem.

E. The full OCT formulation of HHG control

The total maximization functional is the sum of all the individual terms:

J = Jmaz + Jion + Jenergy + JE(O) + Je(T) + JSchr (37>

where the different components are given by Eqgs. (26), (27), (7), (33), (34), (15).
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The extremum conditions yield the following set of Euler-Lagrange equations:

)
D) — bugry ey,
$(0)) = [4o)
D) _ ity i) - [fc<w><é>(“>] Cle),

IX(T)) = o' ((D(T) (1)) [(T))
H(t) = Hy — Xe(t)
e(t) = C'[E(w)]
E(W) = Eune(W) — fe(w)[Mo + Ap cos(wT)]

Cunc(w) = fe(w)Cln(?)]; n(t) = —

eunc(t) = Cil[gum:(wﬂ
6unc(o)d - 6unc(T>b

Ao =
0 ad — b2

t=T

d=C"t [fg(cu) cos(wT)]

t=T

tion procedure.

III. NUMERICAL METHODS

(38)

(39)
(40)
(41)
(42)
(43)
(44)
(45)
(46)
(47)

(48)

(49)

The derivation of the equations is given in Appendix B. These equations form the base for the optimiza-

Optimal control equations are solved by iterative forward backward propagation of the Schrodinger
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equation with an update scheme to change the control field from iteration to iteration. The control of
HG is a particularly difficult problem and therefore the standard procedures that have been developed
for OCT do not apply. The solution of the Schrodiner equation is complicated due to explicit time
dependence of the control Hamiltonian. An additional difficulty is that due to absorbing boundaries the

Hamiltonian is non-Hermitian. High accuracy is required since the HHG phenomenon is generated from



a minor fraction of the wavefunction.

A. Optimization procedure

The optimization procedure is based on a second-order gradient method (quasi-Newton)—the BFGS
method (see [51, Chapter 3| and references therein).

The BFGS method replaces the relaxation process employed in our previous work (see in detail [13,
Chapter 3.2.3]). The relaxation process was found to be successful in the optimization of low-order HG
processes. However, we found it to be rather slow in the optimization of the HHG process. This can
be attributed to the complexity of the physical situation, which results in an optimization hypersurface
which is more complex than that of the simpler HG problems. This necessitates the use of second-order
information in the optimization (the Hessian), which can be approximated by a quasi-Newton method.

We found that the BFGS method yields a drastic improvement compared to the relaxation process.
However, this required adjustments of several details of the implementation to the present problem. The

implementation details are described in Appendix C 2.

B. Dynamics

The propagation with an explicit time dependent Hamiltonian is solved by a new highly accurate
and efficient algorithm [55, 56]. The algorithm is based on a semi-global propagation approach, which is
governed by multiple considerations which are both local in time, and global in time. The propagation is
performed in relatively large time-steps, where each time-interval is approximated globally as a unified
unit by an interpolation based approach. The application of the algorithm to the physical situation of
HHG has already been described in detail in [56, Sec. 4].

The Fourier grid method [57, 58] is employed for the Hamiltonian operation.

Absorbing boundary conditions are employed in order to prevent a wraparound of the wave-function at
the boundaries of the grid. The absorbing boundaries are implemented by a complex absorbing potential
(see [59] for a comprehensive review). This implies that the Hamiltonian becomes non-Hermitian. The
propagation method was extended to the treatment of non-Hermitian dynamics in Ref. [56].

The choice of the complex absorbing potential is of utmost importance in the present setting. It has
already been recognized in the early HHG simulations (see [15]) that reflection of the wave-function from
the absorbing boundaries leads to large distortions of the high-harmonic spectrum. Different absorbing

potentials vary in their absorption capabilities. Reliable HHG simulations require absorbing potentials
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which reduce the reflection and transmission of the wave-function to extremely low rates. Attempts to
locate absorbing potentials with this property by inspection have failed [45].

This issue is crucial in the context of optimization. The optimization process cannot distinguish
between a physical effect and a numerical artefact. As a result, it might tend to amplify the magnitude
of a numerical artefact instead of maximizing a real physical effect.

In the present work, we employed an optimization procedure for the construction of the absorbing
potential. The optimization is performed to locate an absorbing potential with minimal reflection
and transmission. The method relies on the principles presented in [60], but with several necessary
modifications. The real part of the absorbing potential is constructed from a finite cosine series. The
imaginary part is constructed from another finite cosine series, where the imaginary potential is given
by squaring the cosine series and adding a minus sign. This prevents the presence of positive imaginary
components in the potential, which is a source of numerical instability in the propagation process.
The optimization parameters are the cosine coefficients. The reflection and transmission amplitudes
are obtained by static scattering calculations (see [01]). Further details are available in [50, Sec. 4.2].

However, a full description of the method has not been published to date.

IV. RESULTS

The optimization of selected harmonics in the range of the thirteenth to the seventeenth harmonic
of the fundamental of a Ti-sapphire laser is demonstrated in a simple single electron model system.
The selected target frequencies are above the ionization threshold. (Remark: Atomic units are used

throughout.)

A. The system

Our system is a simplified one-dimensional model of an atomic system. A “one-dimensional electron”
is placed in a central potential of a Coulombic nature, which represents the parent atom potential. The

central potential has the form of a truncated Coulomb potential (see Fig. 1):

1
Viz)=1- N, (50)

This form eliminates the singularity of the Coulomb potential at x = 0.

The one-dimensional model has been extensively studied in the context of intense laser atomic physics
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FIG. 1. The truncated Coulomb potential (Eq. (50), black), and the distorted potential under the influence of
a strong field (dashed red).

in general, and HHG in particular. It is by no means a realistic atomic model; nevertheless, it preserves
the fundamental features of the high-harmonic spectrum [15]. The model constitutes the simplest system
for which the HHG phenomenon can be observed. The simplicity of the model is a considerable advantage
for the study of HHG. The realistic HHG process is extremely complicated and rich with physical
effects of secondary importance, such as multielectron effects [14, 18], effects of higher dimensionality
(e.g. spreading of the electron in transversal directions to the polarization of the driving field; nonlinear
interaction between spatial degrees of freedom), and macroscopic propagation effects [53]. The current
simplified model refines the most fundamental elements of the HHG process, which can contribute to

their study and understanding.

The time-dependent physical Hamiltonian becomes

. P2 1 .
H(t) = — +1— ———— — Xe(t) (51)
2 VX241

This Hamiltonian is supplemented by a complex potential to account for the absorbing boundaries. In
addition, the potential is modified such that the classical force induced by the physical potential is

smoothly “turned off” near the absorbing boundaries, as described in detail in [56, Sec. 4].

The fundamental Bohr frequency of the model system, w; o= 0.395a.u., is similar to that of the

hydrogen atom (0.375a.u.) or the argon atom (0.424 a.u.).
The spatial domain is x € [—240,240). We use an equidistant grid, with 768 points. The distance

between adjacent grid points becomes 0.625 a.u.. The absorbing potential extends over 40 a.u. at each
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FIG. 2. The driving field filter function

boundary of the z grid (see [56, Sec. 4.2]). Thus, the actual physical domain is x € [—200, 200].

B. General details of the control problems

The initial state [¢)g) in all problems is the ground state of the stationary Hamiltonian. The time
interval allocated to the process is t € [0,1000 a.u.], which corresponds to a pulse duration of 24.2,.

The driving field filter function has a Gaussian profile (see Fig. 2):

(w— 0.06)2} (52)

felw) = exp {_ 2-0.012

The Gaussian is centred at w = 0.06 a.u., which corresponds to a wavelength A = 760,,,,—similar to the

central wavelength of the Titanium-Sapphire laser. Let us denote:
wo = 0.06 a.u. (53)

wo will be referred to as the fundamental frequency of the laser source.

The filter function of the target frequency has also a Gaussian profile:

felw) =exp | - =Tt (54

where n denotes the harmonic order of the target frequency. n varies with the specific optimization

problem.
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FIG. 3. The ionization penalty function; the minimal allowed survival probability (0.9) is marked by a vertical
dashed red line.

The total energy penalty factor is a = 2 x 107,

The ionization penalty function is (see Fig. 3)
o(y) =5 x 107% {tanh [50 (y — 0.9)] — tanh(5)} (55)

o(y) is chosen so as to restrict the maximal allowed permanent ionization to 10% of the probability.
The initial guess for the driving field is constructed from an unconstrained function é&%c(w), substi-
tuted into Egs. (42), (44)-(46) (as explained in Appendix C2d). The following unconstrained field has

been used for all problems:

20 () = 5 exp [_ (w— 0.06)2] . {(w - 0.06)71 (56)

une 2-0.012 0.015

The termination condition is given by Eq. (C26).

C. Maximization of selected harmonics

The maximization of the 13’th harmonic is the first target to be studied. The target filter function
is given by the substitution of n = 13 into Eq. (54). The target frequency, w = 0.78 a.u., is the first
odd-harmonic frequency which is above the ionization threshold frequency, 0.67 a.u..

The inverse-Hessian approximation was reset after 7 iterations (see Appendix C2f), when the ter-
mination condition (C26) was first matched. The convergence curve is shown in Fig. 4, where the

optimization process is divided in two stages—before and after the reset of the Hessian.
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FIG. 4. The convergence curve for the optimization of the 13’th harmonic; the process is divided into two stages
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FIG. 5. The spectra of the driving field (red) and the stationary acceleration expectation (blue) Vs. the harmonic
order, for the 13’th harmonic problem; the response at the target frequency is marked.

The spectra of the optimized driving field and the stationary acceleration expectation are plotted in
Fig. 5 Vs. the harmonic order. The driving field is successfully restricted to the region of the fundamental
frequency of the source. The response at the 13’th harmonic is marked. The enhanced emission at the
target frequency is apparent.

Several other important peaks are present in the emission spectrum: There is a large linear response
around wy; a large peak is present at the fundamental Bohr frequency of the system, which equals 6.6wy;
a significant response is observed at the 11’th harmonic, which is the neighbouring odd-harmonic of the
target harmonic. The significant response at neighbouring harmonics is typical since no suppression of

other harmonics was included in the control requirements (see Sec. ITA).

Let us examine more carefully the spectral restriction of the driving field frequency by the filter
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FIG. 6. A comparison of the forms of the filter function and the driving field spectrum of the 13’th harmonic
problem; the absolute value of the driving field spectrum, |é(w)| (red), and the filter function f.(w) normalized
to the peak of the driving field spectrum (black), are plotted Vs. the harmonic order. It is shown that there
is a significant deviation from the filter function envelope, in particular at the blue side of the spectrum. An
additional general blue shift can be also observed.

function f.(w). In Fig. 6, we compare the magnitude of €(w) with the form of f.(w). It can be observed
that the general form of €(w) is influenced by the Gaussian envelope shape imposed by f.(w). However,
it can be also observed that there is a significant deviation from the filter function envelope. The decay
rate of €(w) is slower than that of f.(w), in particular at the blue side of the spectrum. A blue shift can
be observed also at the central region of the emission spectrum. It can be found that the vast majority
of the contribution to the magnitude of Jepepq, originates from the wings of the driving field spectral
profile, in particular at the blue side. This implies that the extension of the available spectrum from
the laser source has a fundamental role in the enhancement of the HHG process, in particular the blue
extension. This statement can be verified by the variation of the standard-deviation of f.(w). A more

thorough physical analysis is left for a future publication.

Let us compare the harmonic yield produced by the optimized pulse at the target frequency with that
of a reference pulse. Our reference pulse is constructed from a periodic wave with frequency wg, which
is constrained to the required boundary conditions of the present problem. We start from a periodic

waveform, confined to a finite time-duration:
Enarmonic(t; B) = B sinfwy(t — 500)], t € [0,1000] (57)
This form is used to construct a field which satisfies the cosine series boundary conditions, (35), (36):

ereﬁunc(t; ﬁ) - Cil {fé (w)c [@mrmom‘c(t; 5)]} (58)
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FIG. 7. The temporal profiles of the optimized pulse (blue) and the reference pulse normalized to the same
total energy (brown).

Finally, €,¢func(t; ) is substituted in Eqgs. (42), (44)-(46), in order to obtain a new pulse €,.¢(t; 8) which
satisfies also the zero boundary conditions of €(t), (31), (32) (as explained in Appendix B).
The optimized pulse is compared to €. f(t; §) with two different values of . The two values correspond

to normalization of €,.;(t; ) to two different physical properties of the optimized pulse:
1. The fluence ® [e(t)] (Eq. (11)), or equivalently, the total energy;
2. The peak intensity, or equivalently, max |e(t)].

The two choices of § will be marked as (1, 32, respectively.

The temporal profiles of the optimized pulse and €,.¢(¢; 1) are plotted in Fig. 7.

The response of the different pulses at the 13’th harmonic is compared in Fig. 8. It can be observed
that €..¢(t; 51) does not induce a significant response. The response is significantly enhanced under
the influence of €,.5(t; f2). However, the response of €,..¢(t; 2) is still not comparable to that of the
optimized pulse.

In Table I we compare for the three pulses the survival probability at the end of the process, the
fluence, and the J,,,, value (as defined in Eq. (26)). The ionization probability of the optimized pulse
is successfully restricted to the allowed rate, defined by o ({(¢)(T)|¢(T))) (less than 10%). The ionization
probability of €..¢(t; 51) is very small, which implies that the response of the system to the exerted
field is not significant. The ionization probability of €..;(¢; f2) is close to 22%, which is significantly
higher than the optimized pulse, and beyond our control requirements. The fluence of €,.¢(t; 52) is also
considerably larger. It is shown that the optimized pulse induces a much larger response in the target
frequency, with considerably lower ionization probability and total energy.

Other target harmonics were optimized: The 15’th, 17’th and 14’th harmonics.
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FIG. 8. The stationary acceleration expectation spectra of the optimized pulse (blue), the reference pulse
normalized to the same peak intensity (green) and the reference pulse normalized to the same total energy
(brown); the region of the target harmonic of the optimized pulse (the 13’th harmonic) is shown.

Pulse | ((T)[¢(T))|®[e(t)] (a1.)| Jmar (a-u1.)
optimized||  0.926 0.992  |6.97 x 1072
erer(t:31) | 0.999 0.992  |3.87 x 107°
erep(t: Bo) | 0.783 2.65  |8.73x 107

TABLE 1. The survival probability at ¢ = T, the fluence, and the J,,4; value of the optimized pulse and the
two reference pulses.

The targeting of an even harmonic (the 14’th) is used to test the limits of the control opportunities.
It is well known that the typical HHG spectrum consists of odd harmonics. This property of the HHG
spectrum can be referred to as the selection rules of the process. It is shown in [62, 63] that the HHG
selection rules originate in the symmetry properties of the problem. The derivation of the selection rules
is based on the Floquet formalism, which is defined for a CW field. Nevertheless, a quasi-periodic pulse
of finite duration can be approximated by the Floquet formalism. The symmetry of the problem in the
idealized Floquet formalism is combined from spatial symmetry properties (the central potential of the
atom is symmetric under inversion; the dipole operator is anti-symmetric under inversion) and temporal
symmetry properties (the periodic harmonic waveform is anti-symmetric under a temporal shift of a
half period; see [62, 63] for a fuller explanation).

However, the assumptions underlying the derivation of the selection rules in [62, 63] may not hold in

an optimized pulse. We shall mention several important issues:

1. The temporal symmetry properties of the harmonic waveform assumed in [62, 63] can be broken
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in an optimized field.

2. Tt is assumed in [62, 03] that the system is found in a single Floquet state. This assumption

needn’t be valid if the system is appropriately controlled to be in a superposition of such states.

3. The assumption that the system can be approximately described by the Floquet formalism may
totally collapse in an optimized pulse, which may considerably deviate from a quasi-periodic

template.

All these issues are related to the breaking of symmetry of the problem. The question is to which extent
this broken symmetry can lead to the enhancement of the “forbidden” even harmonics.

During the optimization processes of the 14’th and 15th harmonics, it was necessary to reset the
Hessian approximation, after the termination condition (C26) was first matched.

In Fig. 9, we present the response of the system in the region of interest for the four problems
(including the 13’th harmonic problem). It is shown that the response is selectively enhanced in all the
required frequencies.

Remarkably, the enhancement of the response at the even 14’th harmonic target is as successful
compared to the other odd harmonic targets. In Fig. 10, the temporal profile of the optimized pulse is
shown. The field seems to be considerably more complex than the field of the optimized pulse of the
13’th harmonic problem, presented in Fig. 7. The reason could be the necessity of breaking symmetry
in the even harmonic problem. It can be readily observed that the optimized field does not satisfy
the symmetry properties of a harmonic waveform. In addition, the Floquet formalism clearly becomes
inappropriate for the description of this very complex profile.

As in the spectrum of the 13’th harmonic problem, significant response in neighbouring harmonics
appears also in the other spectra presented in Fig. 9. Interestingly, for the odd harmonic targets, only
odd neighbouring harmonics are observed. This implies that the symmetry properties of HHG inferred
from a CW field, remain relevant for the description of the process induced by the optimized pulses. In
contrary, in the 14’th harmonic problem we can observe the appearance of both an odd harmonic (the
13’th) and an even one (the 16’th). This could be expected by the break of symmetry which allows the
appearance of the target frequency.

In Table IT we present the survival probability at the end of the process for all our target frequencies.
The ionization probability in all problems is successfully restricted to less than 10%, and lies in the
range of 6—8 %.

The validity of the approximations introduced by the employment of absorbing boundary conditions
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FIG. 9. The stationary acceleration expectation spectra of the various target harmonic problems in the region
of interest; the profile of the target filter function is marked in lite magenta for each problem.
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FIG. 10. The temporal profile of the optimized pulse in the 14’th harmonic problem.

n | {((M)[¢(T)
13]  0.926
14| 0923
15 0.932
17| 0.937

TABLE II. The survival probability at ¢ = T of the optimized pulses for the different target frequencies.

has been tested for all problems, as described in Appendix D.

V. CONCLUSION

In the present study, an optimization method of HHG has been developed in the framework of
quantum OCT. The target was a specific emission frequency. Several restrictions have been imposed
in the OCT formulation as “hard” and “soft” constraints. In particular, the restriction of permanent
ionization has been addressed by its formulation as a soft constraint. This requirement has not been
addressed in previous theoretical studies.

Special emphasis was given to the numerical implementation. The simulation of the dynamics was
performed by highly accurate methods, which is crucial to achieve a reliable description of the HHG
process. The solver of the explicitly time dependent Schrédinger equation was performed by a new
highly accurate approach [55, 56]. A new optimization method was employed for the construction of the
complex-absorbing-potential, used for the realization of the absorbing boundary conditions. The com-

plexity of the HHG optimization problem required the employment of a second-order gradient method
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for the optimization process. Several details of the implementation to the present problem required
special care.

The results demonstrated significant selective enhancement of the harmonic yield, with simultaneous
minimization of the total energy of the driving pulse and control of the permanent ionization probability.

The violation of the high harmonic selection rules has also been demonstrated.

The present paper is devoted to the control aspects of the optimization method. The physical inter-
pretation of optimized fields requires a separate thorough discussion, and thus is beyond the framework
of the present paper. Nevertheless, we shall briefly mention a particular insight into the mechanisms
underlying the optimized fields in the odd harmonic problems of Sec. IV. We found that the optimized

HHG processes consist of two stages:

1. Liberation of the electron from the adiabatic regime; it was found that adiabaticity imposes a

barrier on the initiation of the HHG process (as has already been mentioned in Sec. I1D).

2. Generation of harmonics by quasi-periodic patterns of the driving fields.

The two stage pattern is demonstrated in Fig. 11; the temporal profiles of the optimized fields in the odd
harmonic problem are plotted, where the division into two stages in each optimized field is marked by a
vertical dashed red line (it should be noted that the transition from the first stage to the second one does
not take place in a well-defined time-point, and thus there is some arbitrariness in this marking). The
first stage is characterized by non-periodic patterns, with higher intensities and a tendency to higher
frequencies, while the second one is characterized by quasi-periodic patterns, with lower intensities and
frequencies around the fundamental frequency of the source. Both the high intensities and the high
frequencies in the first stage contribute to the deviation from the adiabatic regime. A fuller discussion
is left for a future publication.

We hope that the present optimization method will contribute to a fuller understanding of physics

of the HHG process in general, and of optimal pulses for controlling an emission line in particular.
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FIG. 11. The temporal profiles of the optimized pulses in the odd-harmonic problems; the process can be
divided into two stages, where the first stage is characterized by non-periodic patterns, higher intensities and
a tendency to higher frequencies, while the second one is characterized by quasi-periodic patterns, with lower
intensities and frequencies around the fundamental frequency of the source. The division into two stages is
marked by a vertical dashed red line.

Appendix A: The choice of the target operator

The target operator O has been chosen as the stationary acceleration operator C (see Sec. I1B). The

present appendix discusses the considerations which lead to this choice.
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As an introduction, we shall present several obvious candidates for O which are related to the dipole
motion. For simplicity, we consider the dipole of a single electron. Only the x component is considered,
in accordance with the polarization of the driving field. The following observables are directly related

to the dipole motion:

1. The dipole operator:

2. The dipole velocity operator:

io=X = _d:g(x) (A3)

Note that atomic units are used, and the electron has a unit mass.
The spectra of the three observables can be related mathematically. The simplest relations are
between the Fourier spectral functions. Let us use the following notation for the Fourier transform of

an arbitrary function g(¢):

1 oo

g (w) = Flg(t)] = Nl

() exp(—iwt) dt (A4)

g(t) is restored from g/ (w) by the inverse Fourier transform:

1 [ee]

EE : g7 (w) exp(iwt) dw (A5)

g(t) = F g’ (w)]
The three Fourier spectral functions are related by
oS S . < f 2/~ \f
(fir) @) = iw(fi ) (@) = = () (@) (A6)
The relations (AG) can be derived from the inverse Fourier expression for the dipole expectation,
(B 0) = <= [ () @) explicr) d (a7
- = — 2)” (W) exp(iwt) dw
H o ) o P

by considering the single and the double differentiation of the equation w.r.t. . It can be seen from
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(A6) that the three spectra contain the same spectral regions. However, the higher frequency regions
are emphasized in higher derivatives of [i,. The three spectral functions also differ by a phase shift.

The cosine transform spectra of the dipole and the acceleration are related by

(e ) (@) =~} () (48)

The relation to <,&x>(w) is more complex. However, the general picture remains similar, where the
higher frequencies are emphasized in higher derivatives.

The choice of the target operator 6) requires discussions on two different grounds:
1. In the physical ground, we first have to identify the observable associated as the source of emission.

2. In the numerical ground, we should identify the observable which is the preferable one from
a numerical viewpoint. The spectrum of this observable can be related mathematically to the

emission spectrum, which may be associated with another observable.

We begin from the physical discussion. In classical electrodynamics an accelerated charge emits
radiation proportional to the acceleration of the charge. Therefore, it has been assumed that the high-
harmonic spectrum is proportional to the dipole acceleration spectrum. However, in 2008 it was claimed
in [64] that the emission high-harmonic spectrum is proportional to the velocity spectrum. Currently,
there was a debate on this topic in the literature (see [65-67]). In recent publications there is still no
consensus on this point.

The present study focuses on the optimization of selected harmonics (see Sec. IV). Therefore, the
target band extends over a small interval in the spectrum. Hence, the w factor difference between
the acceleration and velocity spectra does not change significantly over the target region, and thus
does not make an important difference between the spectra. Therefore, the physical question is not of
fundamental importance for our results.

However, the numerical question has considerable importance. First, we have to introduce the nu-
merical problem of concern. Spectra produced by discrete spectral transforms almost always contain
background of numerical origin. This numerical background might hinder small magnitude physical

effects. There are three important sources of background:

1. Discretization: The discrete spectral transforms are based on discrete basis functions, with a
discrete frequency sampling. If the signal contains a frequency which is not present in the discrete

set, the transformed signal contains peaks at the nearest frequencies, but with a long “tail”, which
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induces background noise throughout the spectrum. The magnitude of the background depends
on the magnitude of the peak, and the distance of the represented frequency from the nearest
frequency in the discrete set. In the discrete cosine and sine transforms, the frequency sampling
is twice as dense as the Fourier sampling; however, the phase flexibility of the discrete Fourier
transform is lost, with a fixed phase for each frequency component. The effect of mismatch of

phase of the signal with the basis functions has the same effect as that of frequency mismatch.

2. Truncation error: The discrete time-sampling results in a truncation of the spectral series at a

cutoff frequency 2. The truncation error induces the effect of aliasing.

3. Boundary effects: Each spectral transform is adjusted to certain boundary conditions of the signal.
<O> (t) is not expected to satisfy any of these boundary conditions at the final time 7". This results
in discontinuities at the boundary (a discrete spectral series represents an infinite periodic signal,
which is defined also for ¢ > 7). A discontinuity contains frequencies from the entire spectrum,
and induces noise throughout the spectrum (see [13, Chapter 3]). The DCT has the advantage
that the discontinuity is in the derivative of the signal, and not in the function value; this reduces
drastically the boundary effects compared to the discrete Fourier and sine transforms. However,

the effect is not completely eliminated.

In our previous study [43, 44] we targeted the dipole spectrum, (fi,)(w). The problem with this
choice is that the spectrum is scaled by 1/w compared to the velocity spectrum, or 1/w? compared to
the acceleration spectrum. This led to difficulties in the optimization of higher frequencies, which were
hindered by the background of the spectrum. The problem disappeared when we adopted the choice
of the acceleration operator spectrum as the optimization target, as in [47, 48]. In the acceleration
spectrum, the magnitude of the physical information in higher frequencies is amplified compared to the
other spectra discussed here. Hence, it becomes the preferable choice for harmonic generation problems.
Conversely, in down conversion optimization problems the dipole spectrum is expected to be preferable.

In principle, if necessary, it is possible to obtain further amplification of higher frequencies; the target
operator can be chosen as a time-derivative of the dipole of a higher order than the second. This was
not required in the present study.

The acceleration spectrum still contains a large linear response component, which induces background
throughout the spectrum. A further improvement can be achieved with some insight into the acceleration

spectrum. As was mentioned in Sec. II B, the acceleration operator can be divided into a stationary
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part and a time-dependent part:

X = C+e(t) (A9)

By linearity of the spectral transform, the acceleration spectrum can also be divided into two parts:

<§<>(w) = (C)(w) +éw) (A10)

The second term of the RHS is the driving field spectrum, which contains only linear response in the
low frequency regime. It is irrelevant to the region of interest in the spectrum—the high harmonic
regime. Thus, the part of interest in the acceleration spectrum is the stationary acceleration only [18].
Accordingly, we can set:

0=C (A11)

The omission of the time-dependent part of the acceleration drastically reduces the magnitude of the
linear response peaks in the spectrum. Consequently, the background is considerably reduced. This
reveals another advantage of the acceleration spectrum over the dipole or velocity spectra—the majority
of the linear response can be isolated and eliminated from the spectrum.

Appendix B: The derivation of the Euler-Lagrange equations

For the sake of clarity, let us first summarize the different components of the maximization functional.

The full maximization functional is

J = Jmaw + Jion + Jenergy + JE(O) + Je(T) + JSchr <B1>

The different terms in the functional can be classified as follows:

1. A maximization term,

Tnaz = %/OQ fc(w)<é>2(w) dw, fo(w) >0, max [fo(w)] =1 (B2)

where
@(w) = \/g/o <C>(t) cos(wt) dt (B3)

2. Two penalty terms, which represent “soft constraints”:
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(a) The constraint on the ionization probability is represented by
Jion =0 (W(D)Y(T))),  oly) <0, o(1)=0 (B4)

(b) The following term represents the constraint on the energy of the incident field, as well as

the restriction of its spectrum:
Q q ~
Jenergy = —/ ——&(w) dw, fe(w) >0 (B5)
0 fe(w>

where €(w) defines the spectral representation of €(t) as follows:

\f / ) cos(wt) d (B6)

3. Three Lagrange-multiplier terms, which represent three “hard” constraints:
(a) The constraint of the zero boundary condition on €(t) at ¢ = 0,
€(0) =0, (B7)
is represented by the following Lagrange-multiplier term:

Je0) = —V2mAe(0) = —2)\0/0 é(w) cos(0) dw = —2)\0/0 é(w) dw (B8)

(b) The constraint of the zero boundary condition on €(t) at 7" = 0,

is represented by the following Lagrange-multiplier term:
Q
Jery = —V2mApe(T) = —2)\T/ é(w) cos(wT) dw (B10)
0

(¢) The Jgep, term represents the Scrodinger equation constraint on [¢(t)),

— —ifL(t) [ (1)) (BL1)



The Schrodinger equation relates |¢(t)) to €(w) via the time-dependent Hamiltonian,

Fi(t) = I, — Re(t) = Ay — X (\[/ ) cos(wt) duw ) (B12)

The Schrodinger equation constraint has to be imposed at each time-point of the time-interval

te 0,7

In order to formulate the constraint correctly, we should note that the vector [i(t)) is a
complex entity. Hence, each of its components consists of two degrees of freedom in each time-
point—the real and imaginary parts. The Schrodinger equation, being a complex equation,
constrains both degrees of freedom. Each of these constraints requires a distinct Lagrange-
multiplier term. It is convenient to treat [¢(¢)) and (¥ ()| as independent variables, in order
to represent the two degrees of freedom of the complex state vector. The constraint equation

on |¢(t)) is (B11). The constraint equation on (1(t)| is its adjoint equation,

Tl i) (B13)

These constraint equations are subject to the following initial conditions, respectively:

|¥(0)) = [tho) (B14)
(¥ (0)] = (ol (B15)

The constraint equations, (B11), (B13), together with the initial conditions, (B14), (B15),

ensure that

W) = (1)) (B16)

in all . Assuming this, only Egs. (B11), (B14) are required for the performance of the

computations in practice.

The resulting Lagrange-multiplier term is a continuous summation of the constraint terms

over t:

JSchr =

. [/OT <><( ) '%p +iH(t )¢(t)> dt+/0T<%§t) +¢ﬂ(t)¢(t)‘ X(t)> dt] (B17)

37



In this stage, |x(f)) and (x(t)| are treated as independent Lagrange-multiplier functions.

Nevertheless, the symmetry of the problem under the adjoint operation suggests that

(x(®)] = (@) (B18)

This justifies the use of the same letter y for both Lagrange-multipliers. The full justification
to (B18) will be given in what follows. For the sake of brevity, we shall rely on Eq. (B18)

before it was fully justified, and write Jgq, as

Jsenr = —2 Re/0 <X(t) % + z’ﬂ(t)‘ w(t)> dt (B19)
The extremum conditions are:
oJ
et =" (B20)
oJ
SToy " (B21)
oJ
5@ " (B22)
oJ
STy " (523)
0J
S " (B24)

Jsenr 1s more easily handled after integrating by part the following expression:

[[fuolt2)

‘We obtain:

S = =28 [0 D) - @ 600)) - [ { (5 + 800 xo|vo) ] p23

We start from condition (B20). First, we shall derive the equation for a simpler problem, in which
the boundary condition constraints on the field (Egs. (B7), (B9)) are excluded. Then, we shall derive
the equation for the full problem, which is conveniently expressed in the terms of the simpler problem

expression for the field.

In the unconstrained problem, the J ) and Je ) terms (Egs. (B8), (B10), respectively) are excluded

38



from J. The LHS of Eq. (B20) becomes:

0J o 5Jenergy 5<]Schr
Se(w)  de(w) i Jé(w) (B26)

where

OJenergy 2¢(w)

) e e
oo )
— —2Tm [ %/OT <X(t) X w(t)> cos(wt) dt]
-2 tnfef{uo ¥}
Y [— Im <X(t) ‘X‘ w(t)ﬂ (B28)
The resulting gradient expression is
% —2 (—% v [— Im <X(t) ’X‘ w(t)>]) (B29)
The extremum condition (B20) yields the following expression for é(w):
f(w) = f@)C [~ (x(t) %] v(0))] (B30)
The field in the time-domain is
e(t) = ¢ {fwie [-m (x(0) [X|00))] } (B31)

Now we turn to the solution of the full constrained problem. The LHS of Eq. (B20) is modified to

0J o 5<]energy 5Je(0) 5‘]€(T) 5JSchT
0é(w) N Jé(w) Jé(w)  Jé(w)  d€(w)

(B32)
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where

Se(w) = -2 (B33)
6
Ff)) = —2\p cos(wT) (B34)
The gradient expression is modified to
o] é(w) 5
5] = (—m +¢ |~ tm (x() ‘X‘ )] = do—Ar cos(wT)) (B35)

Eq. (B20) yields the following modified expression for é(w):

ew) = felw) [~ 1m (x(t) [X[ ()| = Fe@)Do + Ar cos(wT)] (B36)

The first term in the RHS of Eq. (B36) is recognized as the same expression as €(w) in the unconstrained

problem, Eq. (B30). Let us denote:

Fune(@) = () [~ Tm (x(0) | X 0(1)) (137)
We can rewrite the expression to é(w) in the constrained problem as

E(W) = Eunc(w) — fo(w)[Xo + A cos(wT)] (B38)

Now, in order to find explicit expressions to Ao and Ay, we should enforce the boundary constraints,

(B7), (B9), on the solution (B38). We start from the constraint (B7). It can be rewritten in the terms

€(0) = \/g /0 ’ é(w) cos(0) dw = \/g /O " e(w)dw =0 (B39)

Let us substitute the solution (B38) in the constraint equation:

of é(w) as follows:

€uncl(0) — ()\OC‘l F@)] | et [fuw)]

t=0

t_T) =0 (B40)

The constraint (B9) can be written in the terms of é(w) as follows:

€(T) = \/E/OQ é(w) cos(wT) dw =0 (B41)
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Substituting Eq. (B38) in Eq. (B41) we obtain:

€unclT) — (/\061 ()]

+ArCH [fe(w) cos(wT)}

t:T) —0 (B42)

t=T

Egs. (B40), (B42), constitute a two equation system of the two variables Ay, Ar. Let us denote, for

convenience:
a=C" [ fe(w)} (B43)
t=0
b=Ct [ﬂ(w)} (B44)
t=T
d=C"! [ﬁ(w) Cos(wT)] (B45)
=T
The system of equations can be written in a matrix-vector form in the following way:
b A unc 0
“ o _ | Cunel®) (B46)
b d| [Ar €unc(T)
Let us define:
b
=" (B47)
b d
The solution of this system is
eunc(o)d - Eunc(T)b
Ay = B48
‘ det M (B48)
6unc(T‘)a - 6unc(o)b
\p = B49
g det M (B49)

where det M = ad — b? is the determinant of M.

Note that the derivation of Eqs. (B38), (B48), (B49), does not require any knowledge of the forms
of the other terms in the functional (J,,., and Ji,, ), which do not have an explicit dependence on €(w).
Thus, the same technique of imposing frequency restrictions and boundary constraints can be used

directly for various control problems, without altering the expression of the field.

Eq. (B38) can be utilized to produce a field which satisfies the boundary condition constraints,
(B7), (B9), from an arbitrary unconstrained field. The given unconstrained field can be substituted in

Eq. (B38) as €,nc(w), even though it was not produced by Eq. (B37). The derivation of the expressions
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of the X’s does not rely on any previous knowledge on €,,.(w). Thus, it holds in general for any

unconstrained field. If, furthermore, the given €,,.(w) is restricted to the required frequency region

which is represented by f.(w), then &(w) becomes also restricted to the required frequency region. This

technique can be used to produce a guess field which satisfies both the boundary conditions and the

frequency requirements.

We proceed to the condition (B21). Let us derive the LHS of this equation:

60  Jman N 0Jscnr
Slwt)) — dlw(t) 5\1#( )>

Jar / ol )5@(“>5<C>“) .
i

e s <><é>< >] ()| €

5JSChT 7d<X(t)’ T
SOy dt + (T Ox(0)

(w) cos(wt) dw (1 (t)| C

Eq. (B21) becomes

TOL_ )| - we {fc<@<é>(“)} €

Following analogous steps, the condition (B22) yields:

d|x(t))

) — it () - ¢ | fel){€)w)| Cluto)

It can be seen that (x(t)| is subject to the adjoint evolution equation of |x(t)).

Let us derive the LHS of the condition (B23):

oJ 6Jzon + 5JSchr
SIO(TY) — ale(T)) & ()
0Jion  do ((W(T)[Y(T)))] 6 (P(T)[Y(T))
SlY(T)) — d{(T)]y(T)) 5 [(T))
o ((W(T)1Y(T))) (W(T)]
OJschr
STOT)) (x(T)]
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Eq. (B23) becomes

(X(T)| = o' ((D(T) (1)) (¥(T)]

Following analogous steps, the condition (B24) yields:

IX(T)) = o' ((D(T) (1)) [(T))

From Egs. (B58), (B59), we have:

(X(T)| = IxX(T))

(B58)

(B59)

(B60)

The evolution equations (B53), (B54), together with Eq. (B60), lead conclusively to Eq. (B18), as

expected. Assuming this, only Eqgs. (B54), (B59) are required to perform the computations in practice.

We collect the equations which define €(w), [1(¢)) and |x(t)), i.e. Egs. (B11), (B14), (B54), (B59),
(B12), (B38), (B37), (B4R), (B49), (B43), (B44), (B45):

dy(t))

dt

D) _ _igrie) ey - ¢

dt

= —iH(t) [(1))
[4(0)) = [¢0)

@)
IS
3
£
I
T
£
aQ

o
€unc(t) = C ™ [Eune(w)]
_ €un (0)d — €unc(T)b
Ao = ad — b?
€unc(T)a — €une(0)b
AT ad — b?
a=C" [1(0})] .

—
Q
E
RS
o
~_—
&
L,
Q
<
=

[Ao + Ar cos(wT)]
—1m (x(0) | X| w())]



These constitute the Euler-Lagrange equations of the problem.

Appendix C: Numerical details
1. Discretization of the cosine transform

In practice, the cosine transform (1) is replaced by a discrete-cosine-transform (DCT). There are
several types of DCT’s. We used a boundary including DCT, which is sometimes referred to as the DC'T
of the first type (DCT-1). The DCT-1 of a time-dependent function, g(¢), sampled at N; + 1 equidistant
time points,

tk? k:O’l,...7Nt

is defined as:

_ /2 jh .
g(w;) = Ntzhk g(tr) COS(M) ji=0,1,...,N; (C1)

2 k=0or k=N,
hy = (C2)
1 1<kE<N -1

The inverse transform is defined by

[2 O jkm
(tr) = ﬁzh_ w; COS(W), k=0,1,..., NV (C3)

It can be observed from Eqs. (C1), (C3) that DCT-1 is its own inverse.
The argument of the cosine function in Egs. (C1), (C3) is equivalent to a discretized variant of the

continuous argument wt in the continuous transform (1), where the variables are discretized as follows:

tk:kﬁt k=0,1,..., N, (C4)
LT .
Wi =Jr ji=0,1,..., N (C5)

In order to be consistent with the continuous formulation, the direct transform was multiplied by the

factor T'/v/N;m: N
) = /2 > gt cos (27 (©0)

k=0 k t
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where T'/N, replaces dt in the continuous integral form (Cf. Eq. (C4)). The inverse transform was

divided by the same factor:

T b t
Ny .
27 1_ jkm
= \/;T ]EZO h—]g(w]) COS (ﬁ) (C7>

where 7/T replaces dw in the continuous integral form (Cf. Eq. (C5)). The consistency with the
continuous formulation has an important advantage: When using Eq. (C1) as is, the definition of
the spectral function g(w), represented by the transform, varies with the sampling frequency. The

consistency with the continuous form makes g(w) independent of the sampling.

The choice of this type of DCT is important for the following reason: The boundary constraints, (B7),
(B9), are imposed at the boundaries of the time-domain, i.e. at t = 0 and ¢t = T". Consequently, €,,.(t)
and the inverse cosine transform in Eqgs. (B40), (B42), are evaluated at the time-domain boundaries.
Therefore, it is important that the discrete transform will include both boundaries. Moreover, the
Euler-Lagrange equations define a two-point boundary value problem: |i)(t)) is propagated from the
initial condition at ¢ = 0, and |x(¢)) is backward propagated from the final condition at ¢ = 7. Thus,
the boundary including DCT is compatible with the control equations.

In this context, we shall give a practical remark on the computation of d in Eqgs. (B48), (B49). d is
computed in the DCT-1 form as

3

Z o Je(es) cos? (1) w; = j=

~

which is equivalent to the discretized expression to a. Thus, Eq. (B48) can be computed as

€unc(0)a — €unc(T)b
det M

Ao = (C9)
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where det M can be computed as

det M = a* — b (C10)

The det M in Eq. (B49) is also computed by Eq. (C10).

2. Details of the optimization procedure

As was mentioned in Sec. III, the optimization procedure is based on the BFGS method (see, for
example, [54, Chapter 3|). The BFGS method is a universal method of optimization which is well
established and widespread. However, several details are crucial for a successful implementation of the
method in the present context. Commercial programs might completely fail when they are used without

certain modifications.

a. Discretization of the optimization space

The optimization is performed in a discrete variable space. Thus, we first have to reformulate the
problem by discrete means in order to obtain the necessary expressions for the optimization process.

The optimized function, €(w), is discretized as follows:

(C11)

E(th )

The w sampling is the same as the DCT sampling (Cf. Eq. (C5)). The functional has to be expressed

by the terms of the discrete optimization space:
J [e(w)] — J [€] (C12)

where J? is a discretized variant of J. The €(w) dependence in J is reformulated by discrete means;

Jenergy 1 Teplaced by

Nt
1 17
JE ==Y ——(w)w,, w; = —— (C13)
9y ]z_% fe(wj) 7757 J h] T

where the h;’s are defined by Eq. (C2). The w;’s are the integration weights. The €é(w) dependence of
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€(t) in Je), Jery and Jgepy is expressed by the inverse DCT expression (Cf. Eq. (C7)):

2 1
e(t) = \/i— h_ €(w;) cos (w;t)
\/72 €(w;) cos (w;t) w; (C14)

The resulting gradient expression is

s e
de(w;) 7 de(w)

(C15)

W=wy

where ( is given by Eq. (B35).

b. Definition of the numerical optimization problem

Typically, the space of € is much larger than what is required in practice. The reason lies in the form
of Eq. (B36)—it can be easily seen that é(w) attains negligible values in the regions in which the filter
function f.(w) is negligible. Hence, we can neglect the terms of € in these regions and fix them to zero
in advance. Only the terms in the non-negligible regions participate in the optimization process. This
results in a dramatic decrease of the dimension of the optimization space. This practice is important also
for another reason—it solves the problem of division by zero in the first term in the RHS of Eq. (B35).

Let us denote the vector of the w; values which participate in the optimization by &,. In our

calculations, we have chosen @, as to satisfy the following condition:
fo(@,) >2.22x1071° (C16)

The value in the RHS represents the machine precision of double type variables.

For convenience, let us define the solution vector in the reduced space:
€ = &(a,) (C17)

We naturally formulated our optimization problem as a maximization problem. This is also the
common convention in quantum OCT texts for the vast majority of the optimization problems. However,

the BFGS method is traditionally formulated as a minimization process, which is the common convention
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in the optimization literature in general. In order to apply the BFGS method to our problem, we have

to use a uniform formulation. There exist two options:
1. The BFGS method can be reformulated as a maximization process.
2. We can perform a minimization of —J¢ instead of the maximization of J¢.

We adopt the second option, in order to prevent confusion, and to enable a direct use of existing BFGS
codes.

In summary, our optimization problem is defined as the minimization of the objective —J? with
respect to the solution vector €,.

We denote the gradient vector of the minimization problem as g. Its general term is given by

4. 57
Cddey) W) |,
= 2u, (;(ij)) —C [— Im <X(t) ‘X‘ ¢(t)>] » +Xo + Ar cos(ij)> (C18)
& can be expressed by a vector notation in the following way:
§=2%o (a o f(@,) -C [— Im <X(t) X ¢(t>>} Nt cos(d’:rT)) (C19)

where w is the weight vector. o denotes the Hadamard product (elementwise product) and @ the
Hadamard division.

The approximated Hessian matrix will be denoted by S.

c. Iterative formulation

The optimization process is mathematically described by an iterative update rule for the solution
vector €,. This requires the formulation the optimization equations by iterative means.

First, we have to index the iteration number of the mathematical objects involved in the iterative
process. The iteration index will be denoted by a superscript in parentheses. For example, the solution
vector in the k’th iteration is denoted by " €9 denotes the initial guess solution.

¢®)(t) is given by the substitution of % into Eq. (C14). |p®(¢)) and |x*)(t)) are given by
Eqs. (B61)—~(B63) with the substitution of ¢®)(t) into the Hamiltonian (Eq. (B63)). A and )\5@ are
given by Eqs. (B66)—(B72), where Eq. (B66) is computed by the substitution of |/®)(t)) and [x®(t)).
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The objective of the minimization process in the k’th iteration is given by —J¢®) where J¢®*) is
computed by ak) and }1/)(’“) (t)> Note that the Lagrange-multiplier terms, Jeo), Jer) and Jsep,, are

identically zero; thus, the Lagrange-multipliers do not participate in the computation of J¢*)

The gradient in the k’th iteration is given by the following expression (Cf. Eq. (C19)):

&0 — 2w o (zg@ @ J@) —¢ [~ m (O [X[vO0)] | AP cos@n) (C20)

"

B=Wr

Let us define:

5 = e _gw (C21)
5;(’*?) = g(kﬂ) _ g’(k) (C22)

The BFGS update rule for the approximated inverse-Hessian is

_ -1, 2(k) 2(k)T 2(k) -1 —1 k) 2B T
G+~ _ g 1 FBTg® =B\ 5§78 o FWT g™t 4 gt~ g 9
Ky ’Y( ) S 7( ) 5 ,),( )

The initial inverse-Hessian guess, S (0)_1, is supplied by the user.

The direction of search in the k’th iteration will be denoted by p*). It is given by the general

quasi-Newton expression:
gk = gk~ g (C24)

The update rule for the solution vector is
) Z 20 4 OEE 0 g (C25)

where *) is determined by the line-search procedure. The line-search requires the knowledge of ak),
p®), —J4*) and g*). Tt also requires a procedure which returns —J% and g for any solution vector €,

which is a candidate for Eﬁ’““’.

Note that the only Euler-Lagrange equation which does not participate in the iterative calculation
is the equation for the solution €(w) (B65). Nevertheless, the solution equation has been utilized in the
considerations which led to the reduction of the optimization space (Sec. C2b). In what follows, it turns

out that the solution equation form is actually contained implicitly in the optimization procedure.
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The termination condition of the iterative process is chosen as

E—_:*gk) _ ggkz— 1)

€r ‘

d. Initial guess for the solution vector and the Hessian

The update equation (C25) presents a problem: The RHS consists of two terms. The first is the
previous solution €, which is assumed to satisfy the boundary constraints, (B7) and (B9). However,
the second term —x*)S <k>‘1g<k> does not satisfy the boundary constraints in general. As a result, the
update rule does not conserve the boundary constraints.

Another property which is not conserved by the update rule is the restriction of the driving field
spectrum. The direction of search p*) is not confined, in general, to the allowed frequency region. As

¥) = I, where I is the identity matrix. The identity matrix

an illustration of this statement, let us take S¢
is usually chosen as the initial guess for the Hessian in the BFGS process. With this choice, the direction
of search becomes p*) = —g®) as in the first order gradient method. It can be readily observed from
Eq. (C18) that the gradient direction does not satisfy the spectral restriction. The terms Ao, Ay cos(w;T")
obviously have significant values throughout the spectrum of w; values. Actually, the different terms
in parenthesis in Eq. (C18) can be recognized as the same terms as in both sides of Eq. (B36), divided
by fe(w) The division by the filter function simply cancels the filtration which is present in Eq. (B36).
Thus, the gradient expression is not restricted to the required spectral region, represented by f.(w).

When p® is not spectrally restricted, the optimization process cannot proceed; very large penalties
are put on the “forbidden” frequency regions, and thus the result cannot improve unless £* is extremely
small. Consequently, the optimization process becomes highly ineffective and impractical. Moreover,
the update of €, is often so small that it does not change beyond the roundoff error regime.

Note that the conservation problems of the update rule originate from the form (C25), which de-
termines €, independently of the Euler-Lagrange equation for the solution, (B65). These problems do
not exist in optimization methods in which the update rule is based directly on the solution equation.
An example of a method of this class is the relaxation process proposed in our previous work (Ref. [13,
Chapter 3.2.3|, [44]). An update rule of this type satisfies automatically the boundary and spectral
restrictions which are present in Eq. (B65).

The conservation problems in the BFGS process can be solved by an appropriate choice of the initial

gquess solution E&O) and the initial Hessian S9. First, a(»o) should satisfy the boundary conditions and
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the spectral restrictions. A guess solution which satisfies both requirements can be constructed by the

following steps:

1. Choose a spectral function é&%(w) which satisfies the spectral restrictions, but unnecessarily the

boundary constraints.

2. Obtain a constrained spectral function é® (w) by substituting é\w.(w) into Eqs. (B65), (B67)~(B72)
(the justification to this practice is explained in Appendix B).

3. a(«o) is simply given by the terms of (w) which participate in the optimization procedure.
Note that if E&%C(w) x fe(w), then Eq. (B65) yields é® (w) = 0. This initial field is not very useful—there
seems to be a local minimum or a saddle point in the zero field solution. Consequently, the optimization

procedure cannot proceed from this point in the optimization space.

S©) should be chosen as the Hessian of —.J¢ (see Eq. (C13)). The general term of the Hessian is

energy

given by
92 Je 2w,
— = 2 (C27)
O€(w;)I€(wr) fe(wy)

Thus, S© is a diagonal matriz. It can be written in a matrix notation in the following way:

0) _ d T _ . o F
g0 _ ~Vi,(Va, Jonerg,) = 2 diag [w %) fe(w,)] (C28)
The initial inverse-Hessian matrix is given by
O Z L Giae [7(@) 0w
SO = 3 diag [ f(@) @ w] (C29)

This choice of S yields the following initial direction of search:

— -1 —
5O = _sO 50

X

v O0))]

P=@

— € 4 f(@,) o {C - (X0

- [Aéo) +AD cos(arT)} } (C30)
Let us write the function version of the second term in the RHS:
fe(w) {C [— Im <X(O) (t) ‘X‘ PO (t)>} - [)\(()0) + /\ﬁ)) cos(wT)} }

This expression can be recognized as the expression for €(w) from the solution Euler-Lagrange equation
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(see Egs. (B65), (B66)), with the substitution of | (2)), |x(¢)), A and AP Let us denote:

&) (W) = f.(w) {c [— Im <X<k> (1) ‘X‘ H®) (t)>] - [/\g’“) +A® cos(wT)} } (C31)
€pn = el (@) (C32)

=

p0 = €+ €%, (C33)
EQ%L satisfies the boundary constraints and spectral restrictions for all &. € is also assumed to
satisfy both requirements by an appropriate choice, as above. According to Eq. (C33), p© is a linear
combination of e and 55?])3]:. Thus, p© also satisfies both requirements. Consequently, the update
rule for a(}) preserves the boundary and spectral restrictions.

Note that the relaxation method proposed in our previous work yields the same update direction as
that of Eq. (C33), generalized to all k. It has been shown in [43, Chapter 3.2.3] that the relaxation
method is equivalent to a quasi-Newton method with the same approximated Hessian (C28) for all
iterations.

The situation is more complicated in the BFGS method, where the Hessian is updated in each
iteration. Nevertheless, the BFGS update rule preserves the required properties for all k, with the
proper choice of &Y and S ) as above. It can be shown that the resulting direction of search p®* is

spanned by the following set of vectors:

am 20 =) =2(k)

v €L €ELy -5 € EL
The full justification is left for a future publication. All the vectors in this set satisfy the required
properties. Consequently, the required properties are preserved by the resulting update rule.

Thus, it has been shown that by a proper choice of S, the BEGS method yields an update rule
which is based implicitly on the solution equation (B65).

It is noteworthy that there is an important particular case in which the common choice for the initial

0) _

Hessian, S¢ I, conserves the required properties. This situation is characterized by the following

conditions:

1. fow) € {0,1}, i.e. fo(w) can attain the values 0 and 1 only. For instance, f.(w) is a rectangular

function.
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2. The boundary frequencies, wy = 0 and wy, = Nyw/T, are not contained in the allowed frequency

region represented by f(w).

The issue of conservation of the spectral restriction becomes irrelevant whenever the first condition is
satisfied, since the “forbidden” spectral regions are completely eliminated from the optimization process
in advance. If, in addition, the second condition is satisfied, SO~ from Eq. (C29) differs from the
identity matrix I just by a constant factor. This contributes a constant factor to p(®, which does
not affect its direction. Thus, the common choice S = I yields an update rule which conserves the

boundary conditions as well.

e. The line-search

The line-search procedure is based on the scheme outlined in Ref. [54, Chapter 2.6]. We shall comment
on several details in which we deviated from this scheme.

In [54, Chapter 2.6] it is assumed that the computation of the gradient is much more expensive
numerically than the computation of the optimized function value. This assumption is reflected in
the details of the line-search scheme—the gradient is computed only when it is essential for the search
process. This excludes a certain situation in which the gradient information is not essential, although
its knowledge improves the search process—the choice of the next point in the search is based on
interpolation considerations; in the scheme outlined in [54, Chapter 2.6] it is preferred to employ a
quadratic interpolation, rather than a cubic one with the cost of an extra gradient evaluation. In our
situation, the economical considerations regarding the gradient computation are irrelevant—the vast
majority of the numerical effort consists of the propagation process, and the extra computational effort
in the gradient calculation is negligible. Thus, the gradient should be computed whenever it can be
utilized for the improvement of the process. Hence, we always employed a cubic interpolation for the
choice of the next point in the search.

The conditions for an acceptable point in [54, Chapter 2.5] include the requirement that the point is
located below a decreasing “p-line” (the first Goldstein condition). This condition is unnecessary in our
case, since it is employed to exclude a situation which is irrelevant in our problem (see [54, Page 30]).
In an existing line-search program we can set p = 0.

It is also unnecessary to include a lower bound for the functional value (f in [54, Chapter 2.6]) from

similar considerations. In an existing program we can set f = —oo.

There is a unique issue in quantum optimal control theory problems which requires a specialized
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treatment in the context of the line-search scheme. The computation of the functional involves propa-
gation under the solution vector field. Typically, the precise description of the dynamics becomes more
demanding numerically as the magnitude of the field increases. Of course, the high numerical require-
ments cannot be avoided if the optimal field is actually large in magnitude. However, it may occur that
the optimization search path passes through fields which are much larger in magnitude than the optimal

field. Thus, it is desirable to control the optimization path such that large field regions are avoided.

In the context of the line-search process, it often happens that the bracket located in the bracketing
phase is much larger than required. In other words, the search unnecessarily extends “too far” in the
search direction p. The corresponding fields might be considerably larger than the optimal field. As a

result, the propagation process might become much time-consuming, inaccurate, or unstable.

We issued this problem in a primitive way—we restricted the peak magnitude of the field which is
allowed in the line-search process. Let us denote the maximal allowed magnitude of €(¢) by €,4.; the

updated field in each iteration should satisfy the following condition:
¥ ()| < €maw,  t€[0,T] (C34)

which is equivalent to the following set of conditions:

(1) < s (C35)
() > —epnar (C36)
t€10,7]

These conditions yield a condition on the maximal allowed x*) in the search, as will be readily shown.

First, conditions (C35), (C36) have to be discretized as follows:

eF ) < 6a (C37)
~(k+1) > —nar (C38)
where we defined: _ -
E(to)
t
e= E(_1> (C39)
€<tNt)




e* Y can be expressed in the terms of the discretized solution €:

g(k+1) _ C—lg(k—‘rl) (C40>

where C' denotes a matrix which represents the DCT linear transformation defined by Eq. (C6). Accord-
ingly, C~! represents the inverse DCT transformation defined by Eq. (C7). In order to express €*+!)
by the terms of ), the update rule (C25) has to reformulated in the full N, 4+ 1 dimensional space in
which €%V is defined. Let us define for p*) a corresponding vector ﬁ;k) in the full space. The update

rule in the full space becomes

2k _ 2k o ,{(k)ﬁgﬁ) (C41)
Egs. (C40), (C41) yield:
ekt _ =120 li(k)C_lﬁgck) — & 4 xWg® (C42)
where
q® = C—lﬁ;k) (C43)

It can be easily found that the substitution of Eq. (C42) into conditions (C37), (C38) yields the following

set of N; + 1 conditions on x®*):

k
(i) o
J t

r) < ,

4541

where qj(?l is the (7 + 1)’th entry of q"®, which corresponds to the time-point t;.

This practice should be distinguished from optimization with inequality constraints. Conditions
(C35), (C36) do not represent an additional constraint on the optimization problem; they just impose a

restriction on the search process.

When condition (C44) is imposed, it may occur that the bracketing phase fails. Usually, this indicates
that the chosen €,,,, is too small for the given problem, and it should be increased. Alternatively, the
problem can be altered by the increment of the penalties on energy or ionization. These modifications

will result in an optimal field of smaller magnitude.

The parameter values of the line-search procedure are summarized in Table I11. We use the notations

of [54, Chapter 2.6], with the exception of the parameter £, which is defined in the present text.
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o | 0.9
p 0
5! 9
T | 0.1
73 || 0.5
f |—o0
kO 1
€Emaz 11 0.15

TABLE III. Line-search parameters

f- Practical remarks

The choice of the initial guess field is important for the success of the computational method. It is
recommended to choose éo) such that J¢© > 0, for the following reason. As has already been mentioned,
there seems to be a local minimum of —J¢, or a saddle point, in the zero field solution, €, = 0. This
solution yields J% = 0. If —J4©) > 0, or equivalently, J¢(© < 0, the optimization process has a strong

tendency to converge to the zero field solution.

The task of locating a guess solution which yields J%(© > 0 often becomes non-trivial. The guess field

should produce some response in the required region, such that the magnitude of Jﬁ?&m is sufficiently

large. One option is to use some physical insight in the choice of € such that the magnitude of JO.
is significant. Another option is to employ a preparation optimization—we perform several iterations
of another optimization problem, in order to find a field for which Jf,?gw becomes significant. In the
preparation problem, the penalties on energy and ionization are reduced, such that the initial functional

value of the preparation problem becomes positive.

Occasionally, a quasi-Newton scheme applied to the present problem fails in the approximation of the
Hessian. The optimization “gets stuck” after several iterations, when the resulting direction of search
p¥) ceases to be useful. Theoretically, the BFGS update rule of the inverse-Hessian (C23) conserves the
positive definiteness of S™'. According to Eq. (C24), this yields a direction of search p®) which is always
a descent direction. However, in practice, the magnitude of the negative slope in the p*) direction may
be too small to exceed the roundoff error regime. As a result, no improvement can be achieved in a

search in the p*) direction.
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The origin of the problem lies in the failure of the assumptions underlying the inverse-Hessian update

rule (C23). The update rule relies on the following quadratic approximation:

<(k
70~ gD g (C45)
The quadratic approximation is relevant only when the new point §£k+1) is located in the nearest valley
in the p* direction. The situation might be different when there exist additional further valleys in
the p*) direction. In this case, the accepted ?ﬁkﬂ) in the line-search scheme may be located in these
further valleys, where approximation (C45) does not hold. Consequently, the update rule (C23) becomes

irrelevant for the approximation of the inverse Hessian. After the accumulation of several events of this

type, the resulting S® ™ ceases to be useful.

The existence of several valleys in the search direction is typical to a guess field of small magnitude
combined with small penalties on energy and ionization. This results in small magnitudes of the penalty
terms in the region of E,i’“) in the optimization space. In general, the penalty terms introduce a “wall”
or a barrier in the optimization space. This can prevent the appearance of additional valleys. If the
penalty terms in the vicinity of " are small in magnitude, they do not have a significant effect on the

optimization space in the region of _a(nk), and additional further valleys may appear.

The problem can be solved by the “reset” of the inverse-Hessian approximation when the process “gets
stuck”. The inverse-Hessian is set again to the form of (C29), and the iterative update of the inverse-
Hessian by Eq. (C23) is restarted from this point. This is equivalent to starting a new optimization

from the final solution of the first optimization.

A failure of the inverse-Hessian approximation can usually be detected before the total failure of the
optimization, since it is characterized by an unusual behaviour of the process. We may observe too many
iterations in the different phases of the line-search, and certain iterations of the €, update with very
small improvement. If an unusual behaviour is detected, it is recommended to reset the inverse-Hessian

in this stage, instead of waiting until the optimization is completely “stuck”.

An alternative way to address this problem is to use the form of (C29) as the inverse-Hessian ap-
proximation also for k£ > 0, until " and the penalty terms become sufficiently large to prevent the

appearance of the problem.
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Appendix D: The effect of the absorbing boundaries

As was mentioned in Sec. 11 B, the employment of absorbing boundary conditions might be a primary
source of inaccuracy in HHG simulations. In principle, two sources of inaccuracy are introduced when

an infinitely long spatial grid is replaced by absorbing boundary conditions:

1. Physical effect: The absorption of a portion of the wave-function amplitude at the boundaries can
have an effect on the dynamics in the central region of the wave-function. The possible physical

effects can be classified as direct or indirect effects:

(a) Direct effect: The unjustified elimination of an electronic amplitude which is due to revert

to the central region in a later stage in the dynamical process;

(b) Indirect effect: The wave-function dynamics in all spatial regions is coupled by the time-
dependent Schrodinger equation. Thus, the elimination of the amplitude at the boundaries

has some effect on the dynamics in the central region of the wave-function.

2. Numerical effect: Imperfection in the absorption capabilities of the absorbing boundaries results
in the effects of reflection from the absorbing boundary, or transmission and wraparound of the

electronic amplitude.

Both the physical and the numerical effects can be reduced by placing the absorbing boundaries further
from the central region of the grid. However, neither of them can be completely eliminated. As was
discussed in Sec. III B, the magnitude of the numerical effect strongly depends on the choice of the
complex-absorbing-potential. This motivated the employment of the optimization scheme described in
Sec. IT1B for its construction.

The validity of the approximations introduced by the employment of absorbing boundaries was tested
in all problems of Sec. IV. As a test of validity, the optimized fields obtained in all problems were used to
propagate the same initial condition in a doubled grid, i.e. = € [—480,480) where the spacing between

adjacent points remains unaltered (this test has failed in [15], due to the presence of the numerical

effect mentioned above). The resulting <C>(w) spectra were calculated. We found that there is no
significant difference between the spectra of the original grid and the doubled grid. In order to quantify
the magnitude of the deviation of the response in the original grid from the doubled grid, we define the

relative difference of J,,4.:

Jmaac - Jmax ouble
ArelJmax = doubled (D]')

Jmaw ,doubled
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n Arel Jmax

13/2.42 x 1073
14/9.02 x 10~*
15(1.44 x 1073
17(2.41 x 107°

TABLE IV. The relative difference of Jp,4; from the resulting Jy,., in the doubled grid (Eq. (D1)) for the
various optimized harmonics.

where Jpaz doubied 18 the Jp,q, calculated for the doubled grid. In Table IV, we present A, J,,q, for the
various optimized harmonics. It can be observed that the magnitude of the relative difference does not
exceed the order of ~ 1073, Thus, the effects introduced by the absorbing boundaries are not expected

to have a significant effect on the optimization problem.

Appendix E: Prevention of plasma production represented as a control requirement

The minimization of plasma production in HHG is one of the aims of the current study. In this
appendix we shall further discuss its realization by the control formulation outlined in Sec. II.

There is a fundamental problem in formulating a control requirement representing the physical re-
quirement of prevention of plasma production. Plasma production is a macroscopic effect, which takes
place in the macroscopic medium. However, the treatment of the dynamics in the present study is in
the isolated system level. Thus, there is no direct access to the physical effect of plasma production
by the current dynamical treatment. Consequently, it is impossible to give a direct formulation of the
physical requirement as a control requirement.

As an alternative, it is possible to define the physical requirement of localization of the liberated
electron around the parent ion. The localization of the electron ensures that it is not liberated into
the macroscopic medium, and thus the plasma production is prevented. In more precise means, we can
define a radius around the parent ion, where the electronic probability inside the radius is considered
as localized. We shall refer to this radius as the localization radius. Such a physical requirement is
accessible by the dynamical treatment of the isolated system, and thus can be formulated as a control
requirement.

The immediate question which arises is how the localization radius should be chosen. It is important
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to avoid an over-localization of the electron around the parent ion. The ionization and liberation of the
electron into large distances in the continuum is an integral part of the HHG mechanism, where the
electron gains large energies in its accelerated motion reverted into the parent ion over a large distance.
If the chosen localization radius is too small, the feasibility of production of the target harmonic can be
completely prevented, or at least reduced.

It should be emphasized that the insertion of an additional control requirement always reduces the
optimal yield, since the space of the allowed control opportunities becomes restricted. However, we
should distinguish between two types of reduction of the optimal harmonic yield by the localization

requirement:

1. Direct reduction: The spatial restriction imposed on the electron damages directly the oppor-
tunities provided by the physical mechanism responsible for HHG, as above. In this case, the
localization requirement imposes a direct restriction on the electronic probability which partici-

pates in the HHG process.

2. Indirect reduction: The HHG process has the side effect of liberated electronic probability which
does not revert to the parent ion, and consequently, is responsible for plasma production. This
part of the electronic probability does not participate in the physical mechanism responsible for
the production of high harmonics. The localization requirement restricts this side effect. An
indirect consequence of this restriction is the reduction of the control opportunities, where the
optimal mechanism should satisfy the additional restriction of the side effect. Thus, the localization
requirement restricts directly an electronic probability which does not participate in the HHG
process, and the probability which participates in the process also becomes restricted as an indirect

consequence of this requirement.

When we state that over-localization of the electron should be avoided, we intend to the prevention of
the direct reduction of the optimal yield. However, the indirect reduction is an unavoidable consequence
of the physical requirement of prevention of plasma production.

In what follows, we claim that the considerations in the choice of the localization radius are similar
to the considerations of the choice position of the absorbing boundaries.

We shall start from the considerations of the choice of the position of the absorbing boundaries. In
Appendix D we distinguished between two sources of inaccuracy induced by the absorbing boundaries,
which were classified as a physical effect and a numerical effect. Let us assume, for the moment, that the
absorption capabilities of the absorbing boundaries are nearly perfect, and the numerical effect is negli-

gible. In this case, the position of the absorbing boundaries is chosen by purely physical considerations;
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the choice should reduce the physical effect to a negligible magnitude. The term “negligible” depends
on the required accuracy. This ensures that the absorption of the outgoing electronic amplitude has no

significant, effect on the physics in the central region of the grid.

The appropriate position of the absorbing boundaries depends on the specific profile of the laser

pulse.

The determination of the appropriate position in an optimization problem becomes problematic.
The laser pulse profile varies during the optimization process, and thus the position of the absorbing
boundaries has to be far enough from the central region to consider all fields which take place in the
optimization path. The problem is that these fields are unknown in advance. However, the position of
the absorbing boundaries must be determined in advance, since it defines the system, and consequently,

the optimization problem.

Nevertheless, an upper limit for the position of the absorbing boundaries can be roughly estimated,
since we actually have some idea about important physical properties of the fields in the optimization
path—the control requirements restrict the intensity of the field and the available frequency band. The
position of the absorbing boundaries can be estimated by comparison to HHG problems with similar

physical conditions.

Now we return to the discussion of the choice of the localization radius. In order to avoid the direct
reduction of the optimal yield by the localization requirement, the localization requirement should
exclude only electronic probability which is far enough from the parent ion to become irrelevant to the
physics responsible for the high harmonic production. In other words, the localization radius is chosen
such that the electronic probability which is beyond the localization radius has a negligible effect on the
dynamics in the central region. This coincides with the appropriate position of the absorbing boundaries.
This justifies the formulation of the localization control requirement by J;,, (defined in Eq. (27)), where

the absorbed probability is identified as the permanently ionized probability.

Let us consider also the situation in which the imperfection in the absorption capabilities of the
absorbing potential cannot be ignored. In this case, the numerical effect of the absorbing boundaries is
non-negligible. The position of the absorbing boundaries is not led by physical considerations only, but
also by numerical considerations. The common practice is to place the absorbing boundaries further
from the central region of the grid, such that the numerical effect becomes negligible. In this case, the

correspondence between the localization radius and the position of the absorbing boundaries is lost.

Nevertheless, the method outlined in Sec. I C for the restriction of permanent ionization can still be

applied. The considerations which were outlined here for the choice of the localization radius impose only
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a lower limit on the localization radius, but not an upper limit. The only problem in the exaggeration
of the magnitude of the localization radius is the extra numerical cost of larger grids. Hence, when the
use of larger grid is crucial from numerical considerations, the localization radius can still be defined by
the position of the absorbing boundaries. However, it should be emphasized that the minimal allowed
survival amplitude has to be increased as the distance of the absorbing boundaries from the parent ion
is increased. The profile of o(y) has to be altered accordingly. Thus, the current formulation couples

between the numerical realization of the dynamics and the optimization problem.
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Chapter 5

Discussion and conclusion

In the present thesis, a theoretical optimization method of HHG has been developed in
the framework of quantum OCT. It represents the first theoretical work which addressed
the task of HHG control. Studies which follow similar lines [1,22] appeared after the
publication of our first paper (Chapter 2). However, there is still a large ground for further
research on this topic.

We first addressed the general problem of harmonic generation control. The general
method was later adjusted to the HHG problem, which is considerably more complex
physically.

Quantum OCT is naturally expressed in the time-domain, while the harmonic gener-
ation problem mainly consists of spectral requirements, which are naturally expressed in
the frequency domain. The maximization functional which was employed is essentially
formulated in the frequency domain, unlike in the common quantum OCT formalism. The
more general issue of imposing restrictions on the driving field spectrum was also addressed
by our formulation.

The required boundary conditions of the driving field were imposed by additional con-

straint equations, and by the choice of the cosine spectral representation of the driving

140



field.
An important issue in HHG control is the restriction of permanent ionization. This was

realized by two different methods:
1. By imposing a penalty on spatial regions which are away from the parent ion;
2. By imposing a penalty on the permanent ionization probability.

The first method was found to be appropriate only when complete elimination of permanent
ionization is required. We found this requirement to be unachievable in typical HHG
problems. The second method was found to be quite efficient in the restriction of permanent
ionization to a predefined allowed probability. A reliable method of ionization restriction
was lacking, and the current research fills this gap.

A special emphasis was given on the numerical realization of the problem. This topic
was found to be of utmost importance in the context of HHG control. The present thesis

represents our efforts in two different grounds:
1. Reliable numerical simulation of the HHG dynamics;
2. Efficient optimization method.

The simulation of HHG requires highly accurate tools. We employed a new, highly
accurate and efficient propagation method, which is based on a semi-global approach for
the propagation (Chapter 3). Theoretical and practical aspects of the propagation method
were thoroughly discussed. The application to the physics of HHG was demonstrated to
be successful. The maximal achievable accuracy in a double precision considerably exceeds
that of the common Runge-Kutta 4 (RK4) method. In addition, the semi-global approach
was proved to yield a vast improvement in the efficiency compared to RK4, with much

faster error decay rates with the decrement of the time-step size.

141



The absorbing boundaries, required for the description of the HHG dynamics, were
constructed by a new optimization scheme. The resulting complex-absorbing-potential was
found to be satisfactory in the elimination of notable reflection and transmission effects.

The optimization was performed by two different schemes:

1. Relaxation scheme, based on direct functional evaluations;

2. Second-order gradient scheme (BFGS), based on gradient information.

The first method was found to be satisfactory for the optimization of low-order harmonic-
generation problems. It was applied also to a HHG problem in Chapter 2. Later, this
method was considered by us as ineffective for the HHG problem, due to the complexity of
the optimization surface, which reflects the complexity of the physical situation. This led
to the employment of the more sophisticated BFGS scheme in Chapter 4. It was required
to adjust this scheme to the current problem, as was discussed in length in the appendix
of Chapter 4.

The first HHG problem in which the method was demonstrated was atypical (Chap-
ter 2), where one of the Bohr-frequencies was targeted. In Chapter 4, the method was
applied to typical HHG problems, where the target frequency is an above-threshold mul-
tiple of the fundamental frequency of the source. We demonstrated selective enhancement
of harmonics, with minimal total energy and restricted permanent ionization probability.
The maximization of an even harmonic target was also achieved quite impressively.

The physical interpretation of optimized fields was not discussed in this framework.
Nevertheless, insights into the mechanisms underlying optimized fields were obtained. We

found that the fields obtained in the odd-harmonic problems consist of two stages:

1. Escape from the regime in which the adiabatic approximation holds; we found that
the liberation of the electron from the adiabatic regime is the main barrier for the

initiation of the HHG process.
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2. Generation of harmonics by quasi-periodic patterns.

This is a special case of the two-stage structure found in [20] in the more general context
of harmonic generation control. The description of further details of the mechanism was
postponed for future publications.

Although important insights of the underlying mechanisms have been obtained, a full
understanding of the mechanisms requires a further research. We hope that a further
research along the lines outlined in this thesis will lead to a better understanding of the
HHG process, and will enable an intuitive prediction of fields for experimental selective
enhancement of harmonics.

Our model system is one-dimensional. Although the one-dimensional model is non-
realistic, it preserves the basic features of the HHG process. The investigation of this

simplified model has two important advantages:

1. The relative simplicity of the numerical simulations, which require much less compu-
tational resources; this leads directly to reasonable requirements of time resources,

which is crucial for the feasibility of a thorough research of the problem.

7

2. The simplified model enables a “refinement” of the most fundamental features of the

problem, which is important for a better understanding of the underlying physics.

However, there is also a considerable importance in the application to more realistic

models. The importance of this task has several aspects:

1. The simplified model does not represent all the features of the realistic physics; while
the one-dimensional model represents the effects of primary importance, effects of
secondary importance also should be investigated. These include multi-electron pro-
cesses, spreading of the wave-function in transversal dimensions to the polarization
of the field, nonlinear conjugation of transversal components of the dipole motion,

and macroscopic propagation effects.
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2. The effect of polarization of the field can be investigated only in multidimensional

models.

3. The realistic modelling is crucial for experimental implementation of optimized fields.

The implementation of the new method to realistic problems requires considerable
further work. The hope is that optimized fields obtained by the theoretical scheme pre-
sented here will be used as a starting-point in experimental optimization processes. The
experimental optimization will correct for the inaccuracies of the theoretical models and

approximations. The combined scheme will yield an optimal field for experimental use.
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NTYIYN NN DX PPTI MDY NHYI NWTN NVIY MY NYXIAN TH7N NMNPND DY 1IN

DV 212 NMNNANNN DY PPN NIAY DMHPID 01DV DINPOY 1IDOPW DY NDDIAN N NV HY NTIDNA

NYAVN NNN NN NN NIMIRNDN THPOVININ-RIN NPXRPTI NORMN MIXININ NVOY .NOIWNN

TPIIND NPYHPTN NIV 1T NV DY DIV AR OMNTH NN (3 PI9) 201I110N ¥Y21aN INOXIVIdN
M NPNININN NN NMYID

(2 PI9) DN NVIVY TPIDPIVIN NVIVA YIDOYW DY) ,NTIN ININD INY DTPIND DIDIN

NP NNONINND TPISDROVN NVIVA WHNYND DITYN DX (4 PI9) IND IXIIN INY ININKDND DIV

MMAD NPNNIND NN DY MPSPHOIVIND NMYA DY MONN M2ANN Sva v 1270 (BFGS)

TNN INYNN .2 P92 NDINN RYNN NV, TN ITON NPININ NP DY INY MOLIVIN NPYID DN
JPNONN MY TPNHNOVNNRD NOOY DY DIIMMDN DXV DY NHNRNNI

TIA) ATON NPNNIN NP DY NPYI NAY 11 INMDY NVIWN NN DTN NN IOV TPNNA

91»ON ON9 HY OITNN DINN NVIDY MNTH NIRIIND .1NM2) NPNNIN NPY DY NPYI NIAY )M

DY IN2N2 .NOIYNN DY NN YN PN DY NYN 191,0°IN2) DTN NVIVON DY NN ,XNINNDN

SV TIMYNYN NN NNMP D NONNY 1N ,DPDIDL DIDDIAY DMINVIINRN DIV DY IRNVYN

DOV DY NN 1Y ,NIND 12N MNODN YIDIY MUY IUNRD  NNT ; DXINN O TN NVIYIN
12991 N2 PRI HY INY D91)

N172N OYHD NN DMINVN DMIHVMN DIONY NPXY DY NN NN O) NIINTH MNXXIND

NPNNIND NVIDIN DINVPAD NN OXDP2HNN N2 057, MMAIN NPNININN NPX POIND DMINIIND

NNN MMIN NPNNIND NPXY TPINANIND PIVNION NPAYD NITIN IWARNND 27N . TAD2 NP ON
DDV MY YO DY DNYIUN



8P

LNNIVPON NPIP DV ITNN 12V PoNN N»N (High Harmonic Generation) 1M N1»nNIn Ny
NYNRYNR MM NPNNIN NPY .OPTHN Y DOMA) DXITOD D91 MINID-ND OYTN DY MIPIN
mMapn X-n ) (XUV) pinan DNo-XIVOIND 29NN NPVIIMP NPVIIMIVPON NPIPY NPNd
191 ,IMIY-ION MY NYM NAY 0N YN OIINN MVINMP NPIPY OXNWN DMWY (soft X-ray)
PN MM NPNNIN NPY PP .MNN NPINRN DINNA DXYNINNDN NMNILVN NPIDAL DM
MINAN APNNRN MTIYNI WIDIWY DX PNV 7)1 D TNN MINN MVINMP NPIPY NN NPNRN

DV IPNN NNANN L,TD SV OTHY NI NN MMIIN NPNININN NP TONN DY MWD
MYSNNI NPVINP MIIWYN DY NP2 DY NNANND IPNNT OINN DY DOIANNA,TONNN DY MNVNVININ
NN DNONN YW NN NOYMNY DY) .(quantum coherent control) MVIIMP MVIIMITVPON NP
DMIPNN2 N N DY VIDOYW NYY) OV DIMINONI YIDY 7Y NIPIAN TONN DY MSHDIVININ
NIANNIN NN MDPWN KW X THY NYANN NPN I DY), NNT DY .0 DMIPNNA 1) OPVNIND
SVNN DIMINONN DY MMXDPVNNRD TYNN NN

70 (Quantum Optimal Control Theory) nPVIMP MOIYNI NOHVLINN NIPAN NN

DPLINP MOIYNA NIPAIONN DY PN HVIIND 113372 NNMPN TN NNIXIND TMHVNININN NOIVN

TONN TPININ) NIVYNA VIV 7Y DIOPN NMYID NIPIAN NYYA HY MDN HY NDDIN N NVOY
DPSDNVIND NOVYN DY VTN TITIR MNNYNIN NITIN TIXNNIN DY DDA MMSDDIVIIND

MY MMAN NPNNIND NPY PONN DY MINMVININD NONNN NVXY NNMN ,NT IPNNI

SV 121 YIDN DY DDIN MIXTMVIIND TONN .NPLINP MIIYN NPHVIVNND NIPAN NN VIV

MPIVAINN IVON DY DY HOIIVPADN 257NN .1NINAI NPNININ DY NN NIY 1Y DN SV 5979
V0N MPN MNAY YRIN ITHINY DTN DINN DY DDIIN

N2 TN NIIWNN DY NVDAN DY IXHOPN MDD NIPAN NMYA NIV IINHNY MYIITH
TN HY PN 1) ,XIONNN ITODN D99 DY NOOIDN MIININD DY INNION IOI0PI0 MN N
.NOYNN SV NN Nda

IND) NPNNIN NP IIONN DY PIIVMVNN DY INY NOHYIN MY DAV NIYNIN 1DV
SY 7PYA2 1N S9NIDN DIHVD M ,DMDIDAN NMINIPYN DY MMM INND .(MM2) NPININ RPNT
STNYH DIV DIWNT DINY) NND DY, MM NPNDIN NP

;MDD NPNININN NP W NPMIPTA DY NPNN 7PN NIN DI1DINN OINNND TNN
12X PYT 01 0MINN DD DIVITI T DY .NYP MY INTN

NV DXYOYIN NN 221N YHI2 HNOXIVIO 7Y DINYPH DOYIIAN NAWN ONIN ,XNONN IPNNRA
MY DN PPN DY NIV NITHN DY DOVPIN WINNY Y011 DNOXIVID NI TPNNIVIIN
INOXIVION



SV INOITNA NNYY R NTHAY
mipXapRARRL IR



DN MYINNI NN HININNIA O
VNP NMOIYNA NYDPVOINNA NYPaAN

TPADIAD NVPYIT ININ NYIAP BV NN

N9V ITY DRN

D92 NIV NVIDININD VIDY W
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