N
N

N

HAL

open science

Analysis of the Toolkit method for the time-dependant
Schrodinger equation

Lucie Baudouin, Julien Salomon, Gabriel Turinici

» To cite this version:

Lucie Baudouin, Julien Salomon, Gabriel Turinici. Analysis of the Toolkit method for the time-
dependant Schrodinger equation. 2010. hal-00403798v2

HAL Id: hal-00403798
https://hal.science/hal-00403798v2

Preprint submitted on 29 Apr 2010 (v2), last revised 6 Dec 2010 (v3)

HAL is a multi-disciplinary open access
archive for the deposit and dissemination of sci-
entific research documents, whether they are pub-
lished or not. The documents may come from
teaching and research institutions in France or
abroad, or from public or private research centers.

L’archive ouverte pluridisciplinaire HAL, est
destinée au dépot et a la diffusion de documents
scientifiques de niveau recherche, publiés ou non,
émanant des établissements d’enseignement et de
recherche francais ou étrangers, des laboratoires
publics ou privés.


https://hal.science/hal-00403798v2
https://hal.archives-ouvertes.fr

ANALYSIS OF THE “TOOLKIT” METHOD FOR THE TIME-DEPENDENT
SCHRODINGER EQUATION

LUCIE BAUDOUIN, JULIEN SALOMON, AND GABRIEL TURINICI

ABSTRACT. The goal of this paper is to provide an analysis of the “toolkit” method used in the
numerical approximation of the time-dependent Schrédinger equation. The “toolkit” method
is based on precomputation of elementary propagators and was seen to be very efficient in the
optimal control framework. Our analysis shows that this method provides better results than
the second order Strang operator splitting. In addition, we present two improvements of the
method in the limit of low and large intensity control fields.

Keywords : Toolkit method, quantum control, time-dependent Schrodinger equation.
AMS : 66M12, 35Q

1. INTRODUCTION

The control of the evolution of molecular systems at the quantum level has been a long
standing goal ever since the beginning of the laser technology. After an initial slowed down of
the investigations in this area due to unsuccessful experiments, the realization that the problem
can be recast and attacked with the tools of (optimal) control theory [[] greatly contributed to the
first positive experimental results [E, E, E, E, ﬂ] Ever since, the desire to understand theoretically
how the laser acts to control the molecule lead the investigators to resort to numerical simulations
which require repeated resolution of the Time Dependent Schrodinger Equation of the type (),
additional motivation comes from related contexts (ounline identification algorithms, learning
algorithms, quantum computing [E], etc.).

The numerical method used to solve the time dependent Schrédinger equation must provide
accurate results without prohibitive computational cost. The conservation of the L? norm of
the wave function ¢ (x,t) is also generally required for stability and as a mean of qualitative
validation of the numerical solution.

In this context, the second order Strang operator splitting is often considered [H, E, E]
However, this method suffers from two drawbacks. First, the numerical error is proportional to
the norm of the control which implies poor accuracy when dealing with large laser fields e(¢) and
make necessary the use of small time steps. Secondly, it requires at each time step three matrix
products. This difficulty is enhanced in some particular settings e.g., in optimal control, where
the matrices involved in the control term must be assembled online.

Recently introduced, the “toolkit method” , solves this last problem by precomputing
a set of elementary matrices, used in the numerical resolution. Each matrix is associated to (one
or several) field values and enables to solve the evolution over one time step. This algorithm
has been used in various frameworks and shows excellent results. It has also been coupled
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successfully with optimal control and identification issues [[J]. The dependence on the L*-
norm of the control, which is a restriction of the Strang method, is also improved by the “toolkit
method” as it will be shown in our analysis.

The goal of the paper is to provide a (first) numerical analysis of the “toolkit method”.
Our mathematical tools are related to that in [f] (but for a different setting; see also , @]
for connected results); the treatment here is different because of the quantization appearing in
the values of the control () which impacts both the mathematical analysis and the numerical
efficiency of the method. The analysis enables us to propose two possible improvements.

The paper is organized as follows: after having introduced the model and some notations in
Section E, the “toolkit” method is presented and analyzed in Section . An improvement of this
method in the limit of small control fields is introduced in Section E A second improvement, in
the limit of large control fields is given in Section E Finally, Section E gathers some numerical
results.

2. MODEL AND NOTATIONS

In this section, we present the Schrodinger Equation that will be considered in the paper and
some useful notations. Note that the algorithms we consider in this paper actually apply for
other types of Schrodinger equations. Indeed, they are rather based on the algebraic structure
of the control problem (bilinear control) than on the regularity of the solution. In this way, the
error estimates that we will obtain hold not only in L2, but also in H?.

We consider the time dependent Schrédinger equation (TDSE) (y € N):

(1) { i0pp(x,t) = (Ho — p(z)e(®)¢(z,t), x€RY
Y(x,0) = o(2), x e RY.

This equation governs the evolution of a quantum system, described by its wave function ),
that interacts with a laser pulse of amplitude ¢, the control variable. The factor u is the dipole
moment operator of the system. The Hamiltonian of the system is Hy = —A, + V where A,
is the Laplacian operator over the space variables and V' = V(z) the electrostatic potential in
which the system evolves. We refer to [E] for more details about models involved in quantum
control. Note that to obtain Eq. (), one has considered the laser effect as a perturbative term,
so that the control term e(¢)u(z) is obtained through a first order approximation with respect
to e(t). While often considered, this approximation fails at describing some models involving
non linear laser-dipole interaction, see e.g. . Consequently, the norm of the field cannot be
always considered as a small parameter, and numerical solvers have to tolerate large controls, as
the one described here after.

Another distinct circumstance is when there are M systems which are exposed to the same
laser field. Each system is characterized by its own internal Hamiltonian Hé“ and dipole moment
pr(z); in addition each has its own orientation denoted & with respect to the incident laser
direction. Some systems may be identical, in which case they will share the same HY and py,(z)
but may have different . The governing equation is:

() { Opx(x,t) = (H§ (x) — p(a) cos(€x)e(t)) (@, t), o € RY
Yi(2,0) = tro(x), reRY k=1,..,M.

In this case the goal is to control all systems at the same time. We refer the reader to , E,
Rd] for (positive) controllability results and numerical simulations performed with up to M = 300
systems or even in the continuous limit £ € [—1,1].
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Throughout this paper, T > 0 is the time of control of a quantum system. The space
L?(0,T; X), with p € [1,400) denotes the usual Lebesgue space taking its values in a Banach
space X. The notation W11(0,T') corresponds to the space of time dependent functions belong-
ing to L*(0,T;R) such that their first time derivative also belongs to L*(0,T). We denote by L?
the space L?(R?,C) and by W2 and H? the Sobolev spaces W?2°°(R?,R) and H*(R"?,C). The
space L(H?) is the space of linear functionals on H2. One can refer to [R1] (or the introduction
of 2]) for more details about the definitions of these functional spaces.

Finally, in order to introduce some numerical solver of @), let us consider an integer N and
At > 0 such that NAt = T. We introduce the time discretization (¢;)o<;<n of [0,T] with
t; = jAt and we also denote by tiys the intermediate time % =+ %)At.

Let us first recall some basic results of existence and regularity of the solution of the TDSE.
These are corollaries of a general result on time dependent Hamiltonians (see [, p- 285, The-
orem X.70).

Lemma 1. Let u € L(H?), V € W%~ ¢ € L*(0,T) and g € H2. The Schridinger equation
" {2000 = o 4} B < (07
¥(0) = o, RY,
has a unique solution ¢ € L>(0,T; H?) N WY>(0,T; L?) such that
[V oe 0,7502) + 100 ()| e (0,752) < Cllptll ez llellw o,y 1ol 12
Moreover, for allt € [0, T], ||v(t)|lrz = ||vollL2-

It is also well known (see R for instance) that for any T > 0 and ¢ € H?, if we have
e(t) = € € R, independent of time ¢, the Schrodinger equation

{ i0:0(t) = (Ho — pé) o(t), R x (0,7
¢(0) = ¢o, RY

has a unique solution ¢(t) = S(t)¢ such that ¢ € C([0,T]; H*)NC*([0,T]; L?), where (S(t))ier
denotes the one-parameter semi-group generated by the operator Hy — pu&. Moreover, for all
t€ 10,7, S(t) € L(H?) and we have

S(t)¢0 € C(OvT7H2)a v¢0 € H27

IS ez <14+ CT < K, Vi€ [0, T K = K(|[pll2(m2): emax);
(4) 15(t)¢ollL2 = lloll L2, Voo € L.Vt € R;

S(0) = I1d,

S(t+s)=5(t)S(s), Vs, t € R.

Therefore, the solution of Eq. (E) is obtained equivalently as a solution to the integral equation

() = S(to +i / S(t - s)(e(s) — E)path(s) ds.

3. THE “TOOLKIT” METHOD

We now present the “toolkit” method and describe the corresponding error analysis.
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3.1. Algorithm. In this method, we assume that the control field e satisfies the following hy-
pothesis:

(H) Vt € [0,T], €(t) € [Emin; Emax)-

The values of the control field are discretized according to:

(5) &¢ = Emin + {Ae, £ =0..m,

with m = Smextfmin = Here, the values & have been here uniformly chosen in the interval

[Emin, Emax)- If soeme properties of the field are known, e.g. its mean value or its variance, some
improvement of the method can be obtained by optimizing the distribution of the values &;.
More generally, this topic enters the field of scalar quantization, that will not be considered in
this paper. We refer to [24] and the references therein for a review of standard methods in this
domain.

Remark 1. The hypothesis H often holds in practical cases. From the experimental point of
view, there exists a technological bound for the laser amplitude. From the mathematical point of
view, the field solves an optimality system of equations, which induces L bounds on the control.
For example, consider the minimization of the functional

T
J() = [9(T) = Yrargetllze + / c(t)2dt,

where o > 0, Yiarger @5 a given target state and 1 is the solution of () (see @] and references
therein for details about this problem). The critical point equations read:

{ 0 (w,t) = (Ho(x) — p(w)e(t))d(x, 1),
w(xao) = 1/10(:1")3
1
£(t) = == (x(0), p ()12,
{ i0px(x, 1) = (Ho(z) — p(x)e(t))x (2, 1),
X(va) = ’l/)target - 1/}(567T)7

Using the above equation and thanks to the L? norm preservation (see (E)), one finds that
le(t)] < 2||pllcmz) which means that the hypothesis H is satisfied with emin = —2|pllz(m2),

Emaz = %”H”L(sz

In order to solve numerically equation (), the “toolkit” method proceeds as follows.

Algorithm 1. (“toolkit” method)

(1) Preprocessing. Precompute the “toolkit”, i.e. the set of propagators:
S¢(At) for £ =0,--- ,m,

where (Se(t)):cr denotes the one-parameter semi-group generated by the operator Hy —
&, the sequence (g¢)o=o.... m, being defined by (f]).

(2) Given a control field e € L? satisfying [H and Y& = 1o, the sequence (wf-()jzo,___,;v that
approzimates (Y(t;));=o,... N, is obtained recursively by iterating the following loop:
(a) Find:

= argming_; . . {le(t;11) — &},
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(b) Set 5. = Se, (A,

In this “toolkit” approximation, we consider that the changes in the Hamiltonian H(t) :=
Hy — pe(t) can be neglected over a time step At. In this way, if Ae = 0 (infinite “toolkit”), and
for a relevant time discretization, the simulation corresponding to piecewise constant control
fields is exact (see [@], for more details about the use of piecewise constant function in quantum
control). Such a property does not hold with methods that approximate the exponential, e.g.
the second order Strang operator splitting. Indeed, these approaches introduce an algebraic
error, due to the non-commutation of the operators Hy and p that is consequently proportional
to |lell Lo o,7)-

Remark 2. In the original form of the “toolkit method” [@, EI, @], the mid-point choice
proposed in Step @ of Algorithm E is not considered. Yet, the introduction of this strategy
enables us to improve the order of the method (see the analysis hereafter).

3.2. Scope and numerical considerations on the “toolkit” method. The ’toolkit’ pro-
cedure relies on the precomputation of the matrices S¢(At) for multiple values of €, and is used
in applications that require repeated resolutions of the Schrodinger equation such as control
framework or inverse problems. The pre-computation will be a good investment as soon as the
number of resolutions is high enough.

However, even for the control or inverse problems not all circumstances are fitted to the use
of the method above. The number m of matrices S¢(At) to be computed is not necessarily a
severe limitation as this can be trivially parallelized (see also our second improvement of the
method, Sec. E, which enables to greatly reduce the toolkit size). The obvious limitation arises
when the computation of Sy(At) is difficult, for instance when the system is posed in a high
spacial dimension . If the matrix of Hy — uey in the Galerkin basis containing NN, functions is
not sparse the computation can scale as high as N,:;’.

Even then, this scaling is routine for density matrix computations: in contrast to (f]) in this
formulation the evolving object is not the wavefunction but a density matrix operator which is
a (self-adjoint trace-class Hilbert-Schmidt ) operator on L?(RY)).

It is not the object of the paper to propose novel space discretization of the multi-dimensional
TDSE equation neither general purpose methods for computing the exponential of a matrix [@]
so we will suppose that the user will select a setting that either avoids a full matrix Hy — pey or
manages to obtain a small Galerkin basis, such as those arising from spectral methods or reduced
basis [@, ] (see for an application in quantum chemistry). Yet another alternative is to use
a low rank representation of Sy(At) i.e. the projection projection of S¢(At) on a small number
of eigenvectors of Hy — uey; the eigenvectors can be computed without a full diagonalization of
the matrix using e.g., Lanczos’s method [@] To summarize, the “toolkit” method is proposed
in several contexts including

- the low dimensional systems

- any situation when a density matrix computation is possible

- the situation in (ﬁ) when the problem is not an individual system by itself but a high number
of e.g., identical systems orientated differently with respect to the laser field. Note that in this
case the propagators Sy(At) are common for various values of &, € [—1,1].

3.3. Analysis of the method. Let us now present an error analysis of the “toolkit method”.
More precisely, this section aims at proving the following result:
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Theorem 1. Let ¢ € W2>(0,T) and 1 the corresponding solution of (E) Let ¥ be the
approzimation of ¥ obtained with Algorithm E Given At > 0 and Ae > 0, there exists Ay > 0,
A2 >0, that do not depend on ||g| pe(o,r) such that:

(6) [(T) = " (T[22 < MAe + XAt
Moreover, there exists vi > 0, v > 0 depending on ||e|lwr10,r) such that:
(7) [(T) = 5 (T)l| 2 < vile + 12 AL,

Remark 3. This result shows that the “toolkit” method enables to work with large control fields,
transferring the computational effort due to such cases to the preprocessing step: given Aeg, the
computational cost of this step only depends on the norm ||| 0,1y, i-e., on Hypothesis H

Proof. To obtain (E) and @), we will focus first on the local error, i.e. the approximation
obtained on one time step [t;,t;+1]-
The sequence (ij)j:O,...,N is a time discretization of the solution of

. { 12500 = = pe) <0, R7x0.7)
P (0) = o, RY
where the space variable has been omitted and &(t) = &, is constant over each interval [t;,t;1[=
[jAL, (j +1)At[, with j =0, ..., N — 1. We denote by (5;(t));_, n_, (instead of S¢;) the one-
parameter semi-group generated by the operator Ho — pué,; and we introduce 6(t) = e(t) — &
where & (instead of &¢,) is the constant value of £(t) over [t;,t;41]. Therefore, the solution ¢ of
() is actually the solution of the integral equation, settled for ¢ € [t;,¢;41]:
¢

(9) P(t) = Sjt —t;)e(t;) +i [ Sj(t = s)pd(s)i(s) ds.

t

For the upcoming calculations, one should notice that we have

Ae
(10) |5(tj+§)| < o
and that for all ¢ € [t;,t;41],
1 .
(11) l6(t)] < 3 (Ae + [|€]| Lo,y At) -

We consider the following decomposition:

O(T) — ™ (T) = (T) — Sn—1(At)(tn—1)

N—-2

+ ) Svo1(A) .S (At ($lt41) — S (AL)Y(E;))

=0
+ Sn-1(AL) . So(Ab)go — 5 (T)
where the last line is equal to 0 since ¥ satisfies (F) on [0, T].
From now on and in all the following sections, we will consider either that ||1g||z = 1 or that

Il gz = 1. From (E), we know that the operators S; are isometries in L2, Therefore, the use
of a triangular inequality brings

N-1
(12) [9(T) = 95 ()12 < D b(tj1) = Si(AOB(E)] -
j=0
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We will thus calculate and estimate in L?-norm for all j the difference
ti+1
Ultsn) = SA0U(E) = i [ Syt~ )5ub(s)ds
ti

— Z/ o Sj(tjpr — $)8(s)p ((s) — Sj(s —t;)(t;)) ds

tj

i 8t = )38 (s ~ 1)lt;) ds.

tj

i / S5t — 8)8(s)n ((s) — S;(s — £5)0(t5) ds

J

(13) + Z/t " 3(s)p;(s)w(t;)ds

J

where ¢;(s) = Sj(tj+1 — s)uS;(s — t;) € L(L?).

In what follows, we work in parallel on L? and H?-estimates of 9 (t;11) — S;(At)y(t;). We
will need basic L? and H2-estimates of 1(t) — S;(t — t;)(t;) for the study of the first integral
term of (), the second one will be dealt with using a Taylor expansion of 4(¢).

From Lemma [[, (f) and ([T]), it is easy to obtain coarse estimates of 1(t) — S;(t — t;)¥(t;).
Indeed, for all ¢ in [t;,t;41], one can write

l(t) — S50t — )bt e = |i / S;(t — s)ud(s)b(s) ds

J

L2

ti+1
< [T s - sl ds
tj
1 .
< At||M||£(L2)§ (Ae + (€]l Loe 0,1y At) [|ebo]| L2
1 .
(14) < §||,“||L(L2) (Ae + [|Ell o 0,m) At) At

and the H2-estimate gives

(15) () = St — t)v ()2 < Kllellwrao,mllull ey (e + 1€l oo o,m)AL) At

where K = K(||utl £(m2), €max) is a generic constant that estimates every ||Sj|zz2)-
Therefore, we can obtain more accurate estimates of the first integral term of (E) Thanks to
(), we obtain

[ St = 98 (605) — S5(s — 15)0(1,) ds

tj

L2

1 .
< slellews) (Ae+ gl e omAt) At~ sup ly(s) = (s = ;)0 (L) 2

te[t; tj4+1]

1 . 2
< ZH:U'H%Z(LZ) (A + [|€]| Lo, AL)” AL?

1 .
(16) < Shule) (B2 + léllfm o m A ) AL
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Working now on the H?-estimate, we deduce from (@) in the same way that

1) i [ 8550 - 90000 (005) = 365 - t)u(e) ds

t

L2
1 .
< sElulle lelwraom (A€2 + ||€||%°°(O,T)At2) At

In the two cases (L? and H?), estimates are stronger than the ones we look for, and we can focus
on the second integral term of ([L3) we want to deal with.

We first consider

(18) pj [tj,tj] — L(H?)

s = S (L1 — s)uS;(s — t;)
and note that for all 1 € H?, |l;(s)¢||gz = ||S;(tj+1 — 8)uS;j(s — t;)¥] gz < K||¢| g2 so that
(19) Vs € [ty tjals 1105 (9)llcca) < Kllpllem).-

Let us now consider the derivatives of ¢;(s). Since (S;(t))icr denotes the one-parameter semi-
group generated by the operator Hy — ué, the £(H?) identity

015,(t) = —i (Ho — i) S, (1)

holds and minor calculations give, Vs € [t;,%;41],

Ospj(s) = iS;(tj+1 — s)[Ho, pu]S;(s —t5)
2epi(s) = Sj(tjyr — s)[[Ho, pl, Ho — pé] Sj(s — t5).
Therefore,
(20) 1055 ()l ccmzy < K|[Ho, plllca2)
||835<PJ(S)H£(H2) < K||[[H05:LL]’H07,U'§]||£(H2)

If we consider the L2-analysis of the method, then ¢;(s) € £(L?) and Vs € [t;,tj11],
lei()lleeey = Nellee
(21) 1055 (e < N[Ho, plller2
||5§S<Pj(5)||L(L2) < H [[Ho,u], Hy — /“ﬂ HL(L2) :
Let us now write the third order Taylor expansion of ¢ — §(t) = (t) — & in a neighborhood
of tj_,’_%:
. 1 .
55) = 0ltjy) + (s — £ty ) + (s 141)B(0(s))
. 1 .
0(tjp1) + (s —tp1)é(tjpr) + 5(5 - tj+%)25(9(s)),

ti+1
with 6(s) € [tj,t;+1]. We now focus on estimating the term z/ 0(s)p;(s)¥(t;) ds. By means
tj
of (P1)) and the L2-norm conservation, we obtain

L‘Z

ti+1 1
[ stpeitteds| < lalleanacat

tj
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tit+1
/ (5 - tj+§) € (tj+§) ©;(8)Y(t;)ds
t; L2
IAt
€ (tj+%) /0 s (p(tjps +5) —@ltp1 —s))v(t;)ds

1At tipgts
= |l¢ (tﬁ%) / / sOye(u)(t;) duds
0 t

1—8
i+3

LZ

LZ
1 )
< _12||[H0’M]||£(L2)||€||L°°(tj,tj+1)At3

and

1 .
< gallllea el L, a0 A
L2

/:Hl % (S - ta‘+%)2 £(0(5)) s (s)(t;)ds

Combining these results with ([[d), we estimate ([LJ) as follows:

1 .
[(tjt1) = Sj(AY(E ) e < §||H||2L(L2) (AAL + ]2, AtY)
1
+§ lll 22y DeAt

1 . .
+ 57 CllHo, #lll e lElloe + llpll s €]l ) AL,

with || - ||z (0,7) = || - [[oo- By means of (), the global L?-estimate is then:
N-1
1(T) = "Dz < Y 9(E+1) = S (A0l 2
3=0

T ) T
< 5||M||%(L2) (AAt + ||2]|2,At%) + 7 el zz2yDe

T . .
+ 57 CllHo, #lll o) llélloe + llpll e 1]lc) A2,

and (f]) can be deduced with the following constants A; and Az independent of |||z (o,7) :
T
Moo= Sllelews (L+ AcAtlpllews)

T s T g T )
Ao = g ez lElSAt + S IHo, wlll el + 57l 2z l1E]lo-

Let us now prove the H? estimate. By means of ([L7), (1) and (Rd) and keeping in mind that
K is a generic constant depending on ||/ z(z2) and emax, We can repeat the previous analysis
to find the local estimate:

ltien) = S A0V e < Kl lellwnsomy (DAL + 213w 0.1y AF)
+ KAt + K ([1[Ho, ol 2]l + 1] = ) AE

Since one can prove that we can actually write a more precise estimate of S;(At) and replace K
by 1+ CAt (see properties (|f)), we get:

[15;(At)|| £y < 1+ CAL.
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and since we have the following intermediate result, where M > 0 depends on ||u||£(z2), Emax
and T but is independent of N:

N—-1
Z (14+CAHNTIAL < M.
j:

The global estimate is obtained as follows:

N-1

[9(T) =™ (D)2 < ZKN’j’ll\w(th)*Sj(At)w(tj)HHZ

=0

-1
Z 1 —|— CAt N_j||€HWL1(07T) (AEQAt2 + ||€Hc2>oAt4)

Jj=

IN

0
N-—
+ > (1+ CANNTT (AcAt + ([I[Ho, il cemz) Elloo + 1]l o0) AE?)
7=0

< Mlellwrior (Ae?At + ||€]12 At?) + M Ae
+ M ([Ho, ulll ez lIElloo + 1E]loc) AL
We finally get 11 and v, and conclude the proof of Theorem :
M1+ |lellwrao,mTAcAt)
ve = M (lellwraomllElZAt + [1[Ho, mlll i) lEllo + l1€]l) -

,_.

1551

O

Remark 4. The estimate (ﬁ) is consistent with the fact that Algorithm || used with a relevant
time discretization is exact for the piecewise constant control fields.

4. IMPROVEMENT IN THE LIMIT OF LOW INTENSITIES

We now describe a way to improve the time order of the previous algorithm. Since some
constants in the following analysis depend in this case of the L°°-norm of the field and the
method requires that the “toolkit” size scales At?(€max — €min), it applies in the case of (L>°-)
small control fields.

4.1. Algorithm. The algorithm we propose mixes the “toolkit” and the splitting approaches,
in the sense that it applies sequentially various operators to correct the third order local error
that appears in the proof of Theorem .

Algorithm 2. (Improved “toolkit” method for low intensities)
(1) Preprocessing. Precompute the “toolkit”, i.e. the set of propagators:

Se(At) for £ =0,--- ,m,

where (S¢(t))ter denotes the one-parameter group generated by the operator Hy— uéy, the
sequence (£¢)¢=o,....m, being defined by (ﬂ) Include in this set the two special elements:

0= el—lz[Hg”u]AtB’@ — eﬁ#AtS
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and the initial exponents ag and By such that (£ being extended as an even function on

[-T,0]):

- wzé(%)ﬂﬂﬁﬁ),
b o STEEO) o

(2) Given a control field e € L™ satisfying [H and 3% = Q00%0yy, the sequence (wJI»K)jZO,___,N
that approzimates (1 (t;))j=o,....N, is obtained recursively by iterating the following loop:
(a) Find:

;= argming_y ... . {le(tj11/2) — &},

(b) Compute a; and B; such that:

(22) aj = wzé(tﬂéwomﬁ,
(23) g = E(tj+1)Qiig2'+§)+€(tj):é.(thr%)JrO(Atz)_

(c) Set 1K = Sy, (AL ©F 1K,

In many cases, e.g. in the experimental frameworks, only the values of the field can be han-
dled. The use of exact values for the time derivatives has then to be avoided when possible.
This motivates the introduction of approximations (R2) and (R9) of &(¢;) and &(¢;) in the latest
definitions. The analysis presented hereafter shows that this does not deteriorate the order of
the method.

In this method, one must perform two online matrices exponentiations. By working in a
basis where one of these two matrices is diagonal, the cost of Step @ can be reduced to one
exponentiation, making the cost of this method equivalent the second order Strang operator
splitting.

4.2. Analysis of the method. We can now repeat the analysis that has been done in the proof
of Theorem ﬂ to obtain the following estimate.

Theorem 2. Let e € W2°(0,T), ¢ be the corresponding solution of () and ¥ the approwi-
mation of v obtained with Algorithm [}. Given At > 0 and Ae > 0, there exists X, > 0, X, > 0,
with Xy independent of ||e|| Lo,y such that:

[9(T) = ™ (T) |22 < N Ae + X AL

Proof. In the framework of this new algorithm, we note that on every time interval |¢;,¢,;11[, the
approximation ¥ is the solution of the evolution equation:

(24) iathK(t) = (HO - Mé) 1/}IK(t)a R7 x (tj’ thrl)
PIE@E;)  =Queliyp! ) R
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where we set ¢¥(07) = 1)9. We will keep the notations (S;, §(¢), ¢,...) of the proof of Theorem
, and we first focus on the local error analysis. We consider the following decomposition:

G(T) = "5 (T) = P(T) — Sy -1 (AD)Q V1O N1 (ty 1)

N—
+ Sy_1(AH)QeN-1@fN=1 5. (AH)Q+ @it
j=0

M

<.

x (V(tjg1) — S (AT O%(t))

+ Sy_1(ANQUN 1PN So(ADQ™OR g, — K (T)

where the last line is equal to 0 since !X satisfies (R4) on [0, 77.
The operators S; are isometries in L?, we will consider that ||t 2 = 1 and we also have, for
all j

s a i E y
(25) QO = ewHomAL S nA _qq 4 (12[Ho, ) +

A2 +1 AtS
24) 3 +1d O(At°)

and thus

(26) | ©F <14+ 0(AP).

lecze)
Therefore, the use of a triangular inequality brings

N-1

(27) I(T) = 9™ (T) |12 < (1+OAE)) Y [[(tja1) = Si(AHQYO%p(t)] .

j=0
and we will calculate and estimate in L?-norm for all j the difference
D(tj+1) — S (ANQ O%(t))

5300000 +1 [ Syt — (o) ds = 5,800 0%u(1)

J

= S;(At) (Id — Q% @51‘) P(tj) + z/t " Si(tj41 — s)d(s)u(s) ds

We define Y (s) = 1(s) — S;j(s — t;)Q% ©Piy)(t;) for all s € [t;,t;41] and obtain
(28) Y (tjr1) = S;(At) (Id — Q0% (t))

tjt1 tit1
+ Z/t Si(tjr1 — s)0(s)uY (s)ds + z/t 5(s)p;(5)Q% 0%y (t;) ds

3J J

where ©;(s) := S;(tj11 — s)uS;(s — t;) and its derivatives have been estimated in L? in (RI]).
As we did in Theorem [I, we start with an estimate of the first integral term of (R§). For all
t €]t;,t;41], we can write:

Y(t) = (t) = Si(t—t;)0(t;) + St — t;)(t;) — Si(t — ;)% O 4)(t;)
= /t S;(t — s)8(s)uw(s) ds + S;(t —t;) (Id — Q% @'6]') »(t;).
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Moreover, for all ¢ €]t;,t,41], we have

+ [|S;(t — t;) (1d — Q% ©%) 4(t;)| .

@) < H/s (t — 5)3(s)yui(s) ds

The operators S; are isometries in L? and V¢ € [0,T], |[1(¢)| 2 = |0/ z2. Therefore, we deduce
from (RF) that

s B o i35
55t — 1) (1a = 220%) (1) . < <5 o illleqray + 2 ||u||w)) AP 1 O(A1).

Since it is clear that we also have

H | Site= (s ts) ds

one can finally deduce that:

1 .
§||M||z:(L2 (Ae + [[€]| Lo 0,1y At) At,

z/t o Si(tjs1 — $)0(s)uY (s) ds

J

L2

1 .
< §||M||£(L2) (Ae + ||éll L0,y AL) At sup [V (1)]] 12
tE[t),tj41]

1 ) 2
(29) leulli(m) (Ac + ||€]| o 0,1y A)” At? + O(AeAt?) + O(AL).

We focus now on the first and third terms of (). Using (R9), we get

S5(a0) (12 = 0%90%) 6(t5) = =580 ($51Ho. ] + 20 ) 6(6)AF +0(1,)0(A0)

Let us then consider the second integral term of (@) On the one hand, we consider the fourth
order expansion of § = ¢ — £ in a neighborhood of ZINE

55) = Oltyag) (5~ b)) + 505 — 10 8(050p) + 505 — 15046 (0(5))
= O0(tjp1) +(s—t1)e(t gy )+;(s—t ) E(tjya )+%(Sftj+%)35(3)(9(5))

where 0(s) € [tj,tj41]. On the other hand, we calculate and/or estimate the four corresponding
terms in

ti+1
i [ e et ds
t

J

From ([[Q) and (RI), the term of order 0 gives:

ti+1
i [ 8o 90 0P () ds
t

J

LZ
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For the term of order 1, we can write

ti+1
P[0 O5 () ds
t

J
1At

= ié(tﬂ;)/o s(0i(tyes +9) = @iltyps — ) QWO5Y(t;) ds

LAt J+1+S
- %)/ [ shunsarien i auis
0

T At t]+1+5
= ity (Busp () + (u — ;)7 (u)) Q% ©P14)(t;) duds

0 t+1—&
(1)

= RS (A [Ho, 1) 0 (1) AP

EAt j+%+s
+ i s'(tj%)/ / s(u —t;)7(u—t;)Q%0Pip(t;) duds
0 +1—s

= <2, (At) [Ho, plu(t) A + S (A1) [Ho, phi(t)O(AL°)
+ i &t /At/ o s(u —t;)7(u—t;)Q%0P(t;) duds

where we used (£9), (B7) and (1)) and the function 7 : s € [0, At] — 7(s) € L£(L?) is defined as
the function that appears in the following expansion of d,¢; around ¢;, for any ¢ € L?

Qupj(u)p = Oup;(ty) + (u—t;)T(u—1t;)¢
iSj(At)[Ho, plth + (u — t5)7(u — )9

Using the estimate (coming from (R1]))

(30) Ir e < | [(Ho,ul, Ho — pe] | . ¥s € 0.21],

along with ||¢(t;)|| 2 = |[¥olz> = 1, (BD) and (d) we find that for all 7,

LAt J+1+s
(41 / / s(u —t;)7(u—t;)Q%0Pip(t;) duds

N

< roae [7 [ )

< 22 ||[iHo, Ho—ug”’ A0 (A1),

M\

L2

([Ho. ], Ho — i Hqu) )| duds.

We also prove easily that for all j,
155 (A®) [Ho, plib(t;)O(AL)]| 1. = O (AL°) .

For the term of order 2, using (E), @) and () and the first order expansion of ¢; around ¢;,
i) = @it + (s —t;)0(s — t;) for all v € L?, defining 6 : s € [0, At] — 0(s) € L(L?), we
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can write
S .. s
D[ S P e (08P u) ds
tj

= ielty) / U s )2 (5(1) + (s — )05 — 1)) QOB (L) ds

(1) -
= Hlr) g i unven)ar
1€(T5, 1 tit1
| ]2+2) / (s —t541)(s = 15)0(s — ;) 0% 4(t;) ds
tj

= %Sj (At) /“/)(tj)AtS +5; (At) ,U/l/}(tj)o(AtG)

1€(t, 1 tita
(]2+2)/ (5 = tj41)°(s = 15)0(s — ;)24 0% (t;) ds.
tj

Using (R)), we get the estimate 10(s)]| 22y < H [HO’M]HL(LZ)’ Vs € [0, At], and using it with
(B3) and (R6), we obtain that for all j,

ZE(%Tﬁ)/ (s —t;11)%(s — t;)0(s — ;)2 ©%¢(t;) ds
tj Lo
1 ) ti+1 )
< 5 (B+o(ar)) / (515400t = ) [ [Ho il gy 10(8) 2 ds
1 k3 At
< 3G+ 0@ Ho s [ o (7 - u) du
B

< é [[Hos )l £(1.2) At + 0O (AF).

and we also prove easily that ||S; (At) /up(zf]<)(’)(Azf6)HL2 =0 (At%).

Combining these results with (R9) into equation (Rg), we obtain:

1Y (ts)llee = [[9(ti41) = S;(A)Q9 0% 9 (t;)]] .,
ti+1
< ||S;(At) (Id—Qo‘j@Bf)i/J(tj)Jri/ 5(s); ()% ©Pi9(t;) ds
tj L2
ti+1
+ z/ Si(tje1 — s)o(s)uY (s)ds
tj L2
1 Q;
<l e = —F 4
< gl At + 5 |[1Ho, i, Ho — pe] |,

B; 1 :
+ eI Ho 1l guy A + 5 Il zn) (A2A + |ElF o )AL
+ O(AcAtY) + O(AP)
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We have now a local in time estimate that should be traduced in a global one, and from (@),
we get

l(T) = " (1)l 2

|
-1

N
< (14 0A8) Y [[lti) - S(A092 05 (L)
j=0
T a; T
< gl + ST 1] gy A
< lulbande+ S |[1Ho ) Ho ]| A
BT T .
+ S Ho, 1l cuey A + Sl ey (AAt + €] 0. AF)

+ O(AeAL?) + O(ALY).
The result follows, with
T
A= EHMH%(LZ)O + AeAt)

and

;T - BT T 2 )
A =50 H [[HO,M],HO - NE} HL(LQ) + =g WHo, o ey + S llellz o) ez o,r)

O

In this theorem, the constants A; depends on || ;o (0,7) through the commutator [[Ho, u), Ho—

,ué} that appears in () This contrasts with the result obtained in Theorem Iil The explanation

of this situation comes from the fact that the norms of ¢;(s) := S;(t;+1 —s)uS;(s—t;) (defined in
() and its first derivative does not depend on ||| L>(0,T), Whereas its second derivative does.
Thus, errors in Algorithmﬂ depend on L°°-norm of the control field as in the case of the second
order Strang operator splitting. Although these two methods present the same computational
complexity, the order of Algorithm E is higher when Ae scales At3.

5. IMPROVEMENT IN THE LIMIT OF LARGE INTENSITIES

We now describe a way to improve the time order of the Algorithm m in the case of large
intensities. The following method enables to replace Ae by AeAt in the estimates.

5.1. Algorithm. The algorithm we propose improve the accuracy in the approximation of e.
This improvement is obtained by using two “toolkit” elements instead of one at each time step.

Algorithm 3. (Improved “toolkit” method for large intensities)
(1) Preprocessing. Precompute the “toolkit”, i.e. the set of propagators:

Se(At) for £ =10,--- ,m,

where (S¢(t))ier denotes the one-parameter group generated by the operator Hy — uéy,
the sequence (£¢)¢=o,... .m, being defined by ().
(2) Given a control field e € L™ satisfying B and YJE = 1)y, the sequence (1/)3-”()]-:0 ,,,,, N

that approzimates (1 (t;))j=o,....N, is obtained recursively by iterating the following loop:
(a) Find {; such that:

(tjr1/2) € [E;, E0541]-
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(b) Compute a; and B; such that:

e, + Bige 1 = e(tjriy2)
(31) o+ B = 1
(c) Set ] = Su;41(A1)Ps Sy, (AL

In this method, one must perform two online matrices exponentiations. The cost of the
corresponding step, namely Step @ can be reduced to three matrix products when precomputing
the mappings between the diagonalization basis of two consecutive “toolkit” elements.

Remark 5. Another way to reduce the cost of this step, is to quantify the values of o (and
B;) and precompute a “toolkit” containing elements of the form : Se].Jrl(At)ﬁj Se;(At)*s. This
method is tested in Sec. E

5.2. Analysis of the method. We can now repeat the analysis that has been done in the proof
of Theorem ﬂ to obtain the following estimate.

Theorem 3. Let e € W3°(0,T), v be the corresponding solution of (E) and Y’ X the approxi-
mation of 1 obtained with Algorithm[] Given At >0 and Ae > 0, there exists X! > 0, M > 0,
both independent of ||| Lo (0, 1) such that:

[9(T) = 75 (T) || 2 < A/ AcAt + Ny AL,

Proof. In this algorithm, two control fields are involved successively in the propagation over the
interval [tj,t;4+1]. As in the previous proofs, we introduce §(s) = e(s) — &(s), with

;s €t t;+ ;AL
(S) = = s ALt
Eo+1 S E [ty + oAt L.

Note first that for all s € [t;,tj41]
L.
(32) |6(s)] < Ae + §HEHL°°(O,T)At

i n_; the one-parameter semi-groups generated
by the operators Ho — uéy; and Ho — pée,; 11 respectively.
Following the same analysis as for Algorithm , we set, (1/1]‘] K )jzo,___, N as the time discretization

of the solution of:

(33) ¥ (0) = o, RY

where £(t) (defined right above) is constant over each interval [¢;, ¢; 4+ a; At[ and [t; +o; AL, t41],
with 7 =0,..., N — 1. In the same way as we obtained (E), the solution v of (E) satisfies,

{ 07" (t) = (Ho — pa(t)) w75 (t), RY x (0,7)

t]‘JrOLjAt
P(t; + a;At) = Sj(ag A)Y(t;) — Z/ Sj(t; + ajAt — s)ud(s)v(s) ds
ti
and
tit+1

Y(tj+1) = Sj(B;AY (¢ + a;At) — l/ Sj(tj+1 — s)ud(s)y(s) ds.

ti+a; At
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As in ([13), it gives rise to:
Y(tjr1) — S5(BAt)S;(aj At)(t;)

tj+1
= i [ St eIl ds
t

jtoa At

t; JrDéjAt
i / S (B;A8)S5(t + a; At — )b (s)(s) ds
t.

J

ti+1
= z/ Si(tj1 — s)ud(s) (v(s) — Sj(s —t; — a;At)(t; + a;At)) ds
t]‘JrDLjAt

tita; At
+i/ S%(BjAL)S;(t; + ajAt — s)ud(s) ((s) — Sj(s —t;)b(t;)) ds

t;

ti / T 56 (5)S; (s Alu(t) ds

o At
t]‘JrDLjAt
(34) +i/ S%(B;At)d(s)@;(s)Y(t;) ds.
ti
where ¢ (s) := S5 (tj41 — s)uSi(s —t; — a;At) and @;(s) = S;(t; + a;At — s)uS;(s — tj). As
in the proof of Theorem EI (see right above (@)) we use the appropriate decomposition
P(T) = p?(T) = (T) = Sy_1 (BN 1A Sy 1 (an 1 ALY (tn—1)

N—-2

+ > Sy (Bn1A)SN 1 (an—1A) .. Sy (B4 AL S (a1 AL)
j=0

X (Y(ti41) — SH(BIALS; (o At)y(t;))
+ Sy-1(By-1 ) Sy (an-1A1) .. Sy (BoA)So(ao At — 7 (T)

where the last line is equal to 0 since 7% satisfies (B3) on [0,7]. We have the corresponding
estimate (see ([Lg))

N—1
I(T) = "M (D)2 < Y [[9(ti41) = S5(8;88)8; (@A) ()| .
3=0
and we will thus calculate and estimate in L2-norm for all j the four terms of (B4). As in ([Ld),

but using now the new estimate (BJ) of 8, the two first terms of the right hand side of (B4) can
be respectively estimated by:

ti+1
(35) | / S (t41 — $)ud(s) (1(s) — SL(s — t; — a ALNY(E; + ay AF)) ds
tido,; At L2
1
< Billuln (A2A2 + Flel A
and
t]‘Jra]‘At
t; L2

1.
< a2 <A52At2 ; §||€||%w(01T)At4> |
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Let us now focus on the third and fourth terms of @) We have:

tit+1

/tjﬂ 8()@5(s)S; (c At)Y(t;) ds :/ ()@ (t; + ajAt)S;(ajAt)p(t;) ds

oy At tjto; At

+/t h d(s) /tS 0u@(u) du Sj(a; At)y(t;) ds

o At o At

ti+1
= [ 5618 5,80u8; (000 (1) ds
tj+a]‘At

+ / 5(s) / 0u(w) du Sj(a; At)(t;) ds

j+a]‘At j+a]‘At

and

ti4aj At tj4oj At
/t S1(8;A0)3(s)35 (s)(t;) ds = / 5(5)S} (B AL)F; (1 + oy MY (t;) ds

J 3J

tj+a;At tj+a At
[T s [T aug) duite) ds

J

tita; At
= / 3(s)S5(B;At) S (e At)ih(t;) ds

tj

tita; At tida, At
_ / 5(5)S" (8, A1) / D03, (u) du w(t;) ds.

By means of (1)), we have:

tj+1 ti+1 tit+1
/ 5(8) ds = / E(S) — E(tj+1/2) ds +/ E(tj+1/2) - &:(S) ds
t t

J J t;

ti+1
- / £(5) — E(tj41)2) ds
t

J

tit 1 )
:/ E(0(5))5 (5~ ty41/2) ds,
t

J
where 0(s) € [t;,tj41]. Consequently,

(37)

ti+1 1
/ 8(5)85(8; A0S (s A0 (L) ds|| < 5rllullequs) € o m AL
t

J

LZ

From (R1) and (BJ), we obtain

(38) |

/t s / 0u@ly(u) du Sj(a; At)p(t;) ds

jJra]‘At jJrDtjAt

LZ

1 1.
< 380 Hosll e (Ae + 3lellmoAt) A2
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and similarly, we find that:

titoy At titoy At
(39) |/t 5(S)S§(ﬂjAt>/ 0u@j(u) du ¥(t;) ds

J

L2

1 1.
< 2021 Ho. lllcce <As T §||s||Lw<o,T>At) AP,
Combining (B3), (Bd), (B7), B) and (BJ), we obtain:
! 2 2 1 <12 2 2
lotia) — S1(8;808; (i A0 . < a2 (As + 2 e oy At )At
1 .
JrﬂHMHL(LZ)||€||L°°(O,T)At3
1 1.
3o, allecsny (A2 + 3 1ellmom At ) A2

The global estimate follows

[9(T) = &7 5(T) |l 2

IA

N—-1
D ltan) — S5(8;A8)S; (0 At)b(t5)] ..
=0

IN

1.
||U||2L(L2) <A€2 + §||€||2Loo(07T)At2) TAt
1 . )
+ﬂ”:LL”L(L?)HEHL“’(O,T)TAt

1 1, .
+§||[H0,M]H£(L2) <A€ + §||€|Loc(07T)At) TAt

and the proof of Theoremﬁ is complete, with
=2l
2

"
1

[Ho, )| co2)T + |1l 22y T A,

1 . 1 .
Ay = ZH[HoaM]HL(L?)HEHLw(O,T)T+ﬂHMHC(LZ)HEHL“(O,T)T

1 .
+5 il Z 2 €l Loy T AL

6. NUMERICAL RESULTS

In this section, we check numerically that the order of the estimates we have obtained in this
paper are optimal, and we compare computational costs of the methods.

6.1. Model. In order to test the performance of the algorithms on a realistic case, a model
already treated in the literature has been considered. The system is a molecule of HCN modeled
as a rigid rotator. We refer the reader to [E, @] for numerical details concerning this system.

As a control field, we use an arbitrary field of the form &(t) = epay sin(wt), with epax = 5.107°
and w = 5.1075. The parameters are chosen in accordance with usual scales considered for this
model. The use of an analytic formula for the field enables us to work with exact values, i.e. to
test the cases Ae = 0.
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6.2. Orders of convergence. To test the time order, we first work with Ae = 0, with various
values of At. The numerical orders correspond to the ones obtained in our analysis. Curves of
convergence are depicted in Fig. .

10 T
—6— Splitting a=1.9979

_[| = Infinite Toolkit a=2
10 "F| —+— Improved Toolkitl a=3.103
——&— Improved Toolkitll a=2.0001

107°L

107

10 ¢ E

10k E

[4(T) — ™™ (T)]| 2

-7

10 ¢ E

10 -5 ‘74 -3
10 10 10
At)T

FIGURE 1. Error with respect to At, when Ae = 0 for “toolkit” method and
Improved “toolkit” T method, and whenAe = cAt for Improved “toolkit” II
method. Here, """ stands for the approximation of 1 when using the “toolkit”
method, the second order Strang operator splitting, the Improved “toolkit” I
method and the Improved “toolkit” II. The coefficient a is the regression coef-
ficient.

The order with respect to Ae is also obtained numerically by using a small time step. In this
test, the numerical order is consistent with the one obtained in Theorem EI The convergence
with respect to this parameter is presented in Fig. E

6.3. Computational cost. In a second test, we compare the computational costs of the meth-
ods. To do this, we look for the values of N = % and m = g2 that enable to reach a fixed
arbitrary error of Tol = 5.1073 (recall that in any case the error cannot exceed 2). For sake of
simplicity, we only test powers of 2. In this test, we also include the quantified version of the
Improved “toolkit” II which is described in Remark E In our case, the parameters a and § were
quantified among 100 values uniformly distributed in [0, 1].

These tests show that “toolkit” methods always give better results as the second order Strang
operator splitting.
The two improvements we propose in this paper enable to reduce respectively the global number
of matrix products and the size of the “toolkit”, which is in agreement with the analysis we
have done. Note that the second improvement reduce significantly preprocessing step. This fact
makes feasible the quantified version of it, which requires intrinsically a larger “toolkit”.




22 L. BAUDOUIN, J. SALOMON, AND G. TURINICI

10

—o6— Toolkit a=0.98935

=
S,
0
T

!
w

[4(T) — ™™ (T)]| 2

107 . . . )

10 10° 107
A€ /emax

FIGURE 2. Error with respect to Ae, when At is small. Here, ¢)"*™ stands for
the approximation of 1) when using the “toolkit” method.

N = % Matrix products | m = Sgex
Strang Op. Splitting 16384 32768 -
Toolkit 8192 8192 16384
Improved “toolkit” I 1024 2048 16384
Improved “toolkit” II 4096 12288 16
Quantified Improved “toolkit” IT 4096 4096 6400

TABLE 1. Values of numerical parameters corresponding to a tolerance error of
Tol =5.1073.
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