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REGULARITY OF THE MULTI-CONFIGURATION TIME-DEPENDENT
HARTREE APPROXIMATION IN QUANTUM MOLECULAR DYNAMICS *

OTHMAR KocH! AND CHRISTIAN LUBICH!

Abstract. We discuss the multi-configuration time-dependent Hartree (MCTDH) method for the
approximation of the time-dependent Schriédinger equation in quantum molecular dynamics. This
method approximates the high-dimensional nuclear wave function by a linear combination of products
of functions depending only on a single degree of freedom. The equations of motion, obtained via
the Dirac—Frenkel time-dependent variational principle, consist of a coupled system of low-dimensional
nonlinear partial differential equations and ordinary differential equations. We show that, with a
smooth and bounded potential, the MCTDH equations are well-posed and retain high-order Sobolev
regularity globally in time, that is, as long as the density matrices appearing in the method formulation
remain invertible. In particular, the solutions are regular enough to ensure local quasi-optimality of
the approximation and to admit an efficient numerical treatment.
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INTRODUCTION

This paper deals with an approach to the approximate solution of the time-dependent Schrédinger equation

oY
i— =H 1
i3 ¥, 1)
where the wave function ¢ = z/;(x(l), oz t) depends on the spatial coordinates z(®) € R? of d particles, and

on time . In atomic units, the Hamiltonian is given by

H:T_FV:_QLA(D_..._LA(d)_F‘/(x(l)y.”’x(d))7 (2)

mi mq

where in the kinetic energy operator T, the Laplacian A®) is with respect to the spatial coordinates of the kth
particle of mass my. The real potential V' acts as a multiplication operator. We will assume that V' is smooth
and bounded.
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The applications we have in mind are models from quantum molecular dynamics, where the particles are
distinguishable nuclei moving in a potential given by an electronic energy surface, according to the Born-
Oppenheimer approximation to the full molecular Schrédinger equation. The extension to non-adiabatic sys-
tems, in the presence of conical intersections of potential energy surfaces, is accommodated by considering
vector-valued wave functions with components corresponding to different electronic states, and matrix-valued
potentials coupling the electronic states; see [2,11]. The assumption of a smooth and bounded potential is
usually a reasonable modelling assumption in these applications.

For such problems of molecular dynamics, the multi-configuration time-dependent Hartree (MCTDH) method
has been put forward by H.-D. Meyer and coauthors in [3,4,20,21] and further references therein. It has been
used with great success for computational wavepacket propagation in a variety of chemical situations such as
photodissociation and reactive scattering, for problems involving 6 to 24 nuclear degrees of freedom and one
or several electronic states; see, e.g., [23]. In the MCTDH approach, the wave function is approximated by a
linear combination of Hartree products, that is, of products of functions each depending on the coordinates of
only a single particle, or of a single degree of freedom. The Dirac—Frenkel time-dependent variational principle
yields equations of motion for the single-particle functions and the coefficients in the linear combination of the
Hartree products. The MCTDH method thus replaces the high-dimensional linear Schrodinger equation by a
system of low-dimensional nonlinear partial differential equations and ordinary differential equations and in this
way makes the problem computationally tractable.

In this paper we study the nonlinear equations of motion of the MCTDH approach. For initial data in the
Sobolev space H? of functions that are square integrable together with all their first and second-order partial
derivatives, we show that a unique solution to the MCTDH equations exists in H? as long as the core tensor of
the method is of full rank, or equivalently, as long as the density matrices of the method remain nonsingular.
Our arguments also yield H? Lipschitz continuous dependence of the solution on the initial data. The global
regularity and well-posedness result extends to H™ for arbitrary m > 2 and to higher temporal regularity
if the initial data is in H™ and the potential is sufficiently smooth. The modified MCTDH equations with
regularised density matrices have solutions in H™ for all times. The regularity has important consequences for
the approximation properties of the approach:

e In [18], the H? regularity is essential for showing quasi-optimality in the sense that the error of the
variational approximation is bounded by a (time-dependent) multiple of the distance of the exact wave
function to the approximation manifold.

e The second-order convergence of the wvariational splitting numerical time integration scheme of [17]
depends on H? spatial regularity of the solution. Second and higher order space discretisations require
regularity in H™ with m > 2.

In §1, we give a mathematical description of the MCTDH method, and in §2 we state our results concerning
well-posedness and regularity of the MCTDH equations, which are proven in §3. Finally, §4 concludes the paper
with further remarks.

Let us mention some mathematical works treating related models and problems: Bove, Da Prato and
Fano [5,6] and Chadam and Glassey [9] study the global existence of solutions to the (single-configuration)
time-dependent Hartree-Fock equations under varying assumptions on the potential. Friesecke [14] proves the
existence of ground state solutions for the (stationary) multiconfiguration self-consistent field equations with
Coulomb potential, and Lewin [16] studies excited states for these equations.

1. THe MCTDH METHOD

In the MCTDH method [3,20], the multi-particle wave function ¢ is approximated by a linear combination
of Hartree products, that is, for z = (z™), ... 2(®),

b(wt) ~ ch YOs(z,t) = > aj. () 6L @D, ) - ol (@D 1), (3)

(J1,-2da)
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Here, the multi-indices J = (j1,...,jq4) vary for jxy = 1,...,ng, k=1,...,d, the a;(¢) are complex coefficients
depending only on ¢, and the single-particle functions ¢§]:) (), t) depend on the coordinates z(®) of a single
particle and on time ¢. This is a model reduction analogous to low-rank approximation of matrices, where a
large system matrix is replaced by a linear combination of rank-1 matrices v ® w.

The Dirac—Frenkel time-dependent variational principle [10,13] is used to derive differential equations for the
coefficients a; and the single-particle functions (;S;]:). We first recall this variational approximation procedure in
its abstract form and then turn to the MCTDH approximation manifold and the MCTDH equations of motion.

1.1. The Dirac—Frenkel variational approximation principle

The abstract setting is that of the time-dependent Schrodinger equation

. dy

1% = H'()[} ) w(o) = ¢07 (4)

where the Hamiltonian H is a self-adjoint linear operator on a complex Hilbert space H with inner product (:|-)
and norm || - ||. Let M C H be a manifold on which an approximation to the wave function (¢) should lie, and
let 7, M denote the tangent space at u € M (i.e., the closed real-linear subspace of H formed of the derivatives
of all paths on M passing through w, or in physical terminology, the space of admissible variations). We
assume that 7, M is in fact complex linear, i.e., with du € 7, M also idu € 7, M. The Dirac—Frenkel principle
determines the approximate wave function ¢ — u(t) € M from the condition [10] that the time derivative should

satisfy, at every time ¢,

du 1
<5u pri THU> =0 for all du € T, M. (5)

Since we assume 7, M to be complex linear, this condition remains unchanged if only the real part or only the
imaginary part is taken. This leads to two different interpretations:

1. Taking the real part yields the interpretation as an orthogonal projection: with the orthogonal projection
P(u) : H — T,M given by Re (du | P(u)p) = Re (du| ) for all ou € T, M and ¢ € H, condition (5) amounts to
projecting the vector field at u to the tangent space at wu,

du 1

M _ p(u)=Hu.

M Pl au ©)
It follows (see [13, p.253] and [19]) that du/dt is the solution of the minimisation problem to choose

du . 1
o = e, min |9 — o Hul. (7)

The interpretation as an orthogonal projection is essential for showing quasi-optimality of the variational ap-
proximation [18]. Taking the real part in (5) also yields that conserved quantities of the Schrodinger equation
are preserved if they map into the tangent space: if a self-adjoint operator A commutes with the Hamiltonian H
and if Au € T, M for all u € M, then (u(t)|Alu(t)) = Const.; see [12]. In particular, taking A as the identity
operator shows that for manifolds with u € 7, M (which is the case if, with u € M, also scalar multiples of u
are in M), there is conservation of norm, ||u(¢)|| = Const.; see also [3].

2. Taking the imaginary part yields the interpretation as a symplectic projection: consider the symplectic
two-form on H given by w(&,n) = Im (£|n). The complex linearity of 7,,M ensures that M is a symplec-
tic submanifold of H, that is, the symplectic two-form w is non-degenerate. With the symplectic projection
II(u) : H — T, M given by w(du, I(u)p) = w(du, @) for all ju € T, M and ¢ € H, taking the imaginary part in
condition (5) amounts to

. du
i = II(u)Hu. (8)



4 0. KOCH AND CH. LUBICH

It then follows that the differential equations in coordinates on M become a non-canonical Hamiltonian sys-
tem [12,24]. As a consequence, the symplectic two-form w restricted to the tangent space is conserved along the
flow, and the total energy (u(t)|H|u(t)) is conserved. (The latter is also seen directly by choosing du = du/dt
in (5) and taking the imaginary part.)

We finally note that, from a numerical analysis viewpoint, condition (5) can be seen as a Galerkin condition
on the solution-dependent tangent space 7, M.

1.2. The MCTDH approximation manifold

The MCTDH method determines approximations to the wave function that, for every time ¢, lie in the set

M= {ue L2(RP) u—ZaJ(bj - ©¢\¥ with ajeC, ¢\ € LQ(RDk)}, (9)

with multi-indices J = (j1,...,jq) ranging over jr = 1,...,ng, and the total dimension D = Dy + --- + Dj.
This set M is not a manifold, but as we now explain, M contains a dense subset M that is a manifold and is
characterised by a full-rank condition.

A difficulty lies in the fact that the representation of u € M by coefficients a = (as); and single-particle

functions ¢ = (gbg]:)) ju,k is not unique. In fact, the change of variables

(k) _, (k) _ gk (k)
¢jk - ¢jk - Z Jks lk¢lk ) (10)
lk—l
ni Uz
ay —ay = Z o Z (S(l));hl]l o (S(d));bda[ (11)
=1 ig=1
defines the same function w for any choice of nonsingular matrices S, ..., S@. We may, however, assume

that the gb;.l:) corresponding to the same particle k are orthonormal:

¢§I:)|¢(k) ae sk jk,lkzl,...,nk, kZl,...,d (12)

(where 0;
particular representation (a, ) to a selected point u € M, we now aim at finding a uniquely determined nearby
representation for nearby points on M. Consider a differentiable path ¢ — (a(t), ¢(t)) representing a path wu(t)
on M. Then, the derivative du = @(0) is of the form

du = Z das @+ Z Z 5l ) (13)

k= 1]1‘:1

inl 18 Kronecker’s delta). This still does not make the representation unique, but by associating a

with the Hartree products ®; = ®Z:1 ¢§l,:) and with the single-hole functions

Ng—1 Ng+1

I () |u<k>—2 >y - Zaﬁ BN (14)

Jji=1 Jk—1=1jk+1=1 Jja=1 LF£k

where the superscript (k) on the inner product indicates that the L? inner product is taken only with respect
to the variable z(®) | leaving a function depending on all the other variables z(©) with ¢ # k. Conversely, the da.;
are uniquely determined by du and (a, ¢) if we impose the orthogonality constraint

@[50y =0, Grle=1,..m, k=1,....d, (15)
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which together with (12) implies
5CLJ = <(I)J|5u>.

Taking the inner product of (13) with 1/155) then gives

5 0, 6088 = (012 [ s~ Y sy ) (16)
J

Jr=1

with the hermitian, positive semi-definite density matrices

p®) = (pF) Y givenby  pil = (M p). (17)

plkdk tr,jr=1 plk:jk

The superscript (—k) indicates that the L? inner product is taken over all variables except z®) | leaving a
function depending on x(®). The orthonormality relations (12) allow us to express the entries of the density
matrices in terms of the coefficients aj:

Ng—1 Ng+1

plk,JA Z 2 : 2 : E :ajl Jk—1s%k T k415 Jdajh “Jd (18)

Jji=1 Jk—1=1jk+1=1 Jja=1

The 5¢;’:) are thus uniquely determined from (16), and depend LZ2-continuously on du, under the full-rank
condition that

p®) is an invertible matrix for each k =1,...,d. (19)
(In view of (18), a necessary condition for this property is ng < [, ne.)

With the above construction of the da; and 5(;5;.]:), we obtain local charts on
M = {u € LXRD): u= Za s @0 with a; €C, ¢ € L*(RD)
satisfying the orthonormality constraints (12) and the full-rank condition (19)}, (20)

making this set an infinite-dimensional manifold, for which the tangent space at u € M consists of the elements
ou of the form (13). The MCTDH method is obtained by using the Dirac—Frenkel principle on this approximation
manifold M.

We remark that in differential-geometric terminology, the mapping 7 : (a,¢) — u = > ay;®; is a principal
bundle with fiber given by the group GL(n1) X -+ x GL(n4). The above construction yields a local section
o:u— (a,).

1.3. The MCTDH equations of motion

Using the Dirac—Frenkel principle on the approximation manifold M of (20) and imposing, in view of (15),
additional orthogonality constraints on the time derivatives of the single-particle functions ¢§.l:) (z(F) 1),

t>0, ji,lg=1,....n, k=1,...,d, (21)
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yields a system of coupled ordinary and partial differential equations for the coefficients and single-particle
functions, rigorously derived in [3,20] under the implicit assumption that a sufficiently regular solution exists:

daJ

i— = ;| H|P 22
1 dt ;< J| | K> agK, V'L ( )
9
2 T (k) (k) (k) (R)\ (=k) (k) - -
1 87; - P Z Z kakw | |¢lk> ¢lka Jk_]-v"'ankvk_]-w"ad? (23)

mr=11[,=1

where the Hartree products ®;, the single-hole functions wl(f), and the density matrices p(*) are defined as

in §1.2, where the superscript (—k) on the inner product indicates that the inner product is over all variables

except (), and where P() is the orthogonal projector onto the space spanned by (;Sgk), ceey ;kk),

ngk
k k
PP =36l (65 [ 9) ™).
Je=1

The choice of the constraint (21) is not mandatory. The orthonormality constraints (12) imply only the weaker

condition * *
d 005, | (k) ) | 991,
dt <¢ > < o | >+ <¢jk ot > =0 24)
In fact, any constraint of the form
¢, . :
< — >:—1<¢§’;)|G<k>|¢§f)>, £>0, jile=1,...,n k=1,....d, (25)

with self-adjoint operators G(*) serves to define a unique solution satisfying the orthonormality constraints
(12). The formulation of the differential equations in case of general self-adjoint operators G*) is given in [3].
Changing the constraint operators G*®) — G*) in (25) generates a transformation (10), (11) where the time-
dependent matrices S*)(t) satisfy (see [8])

d _
ias(k):F(k)S(’“), where F®) = (F1%) ) with F") = (6% |G® — G* | o). (26)

Jksle

For given ¢§-]Z), this system of linear ordinary differential equations together with the initial conditions S *) 0)=1I
has a unique solution. Since the matrices F'(*)(¢) are hermitian, the matrices S*)(t) remain unitary for all times.
It follows that it is sufficient to discuss the solution of the MCTDH equations for a particular choice of the
constraints (25), the questions of solvability and regularity of the solution of the differential equations resulting
from (25) for any choice of self-adjoint operators G*) being equivalent.

For our analysis it turns out that the choice G**) = T*) = —ﬁA(k) is most favourable. In this case the
MCTDH equations of motion become '

. da

i = D (@VIex)ak, VI (27)
K

¢(k) i i

5 = TWey) +(1-PW) Z Z (P31 W VYR =1, k=1, d(28)

lk 1’!“)’”c 1

Compared with (22)—(23), they offer the advantage that the first equation contains only the bounded potential V',
and in the second equation the kinetic energy operators T'%) appear outside the projection. It is equations (27)-
(28) that will be analysed in the sequel.
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2. STATEMENT OF RESULTS

In this section we state the regularity results, which are developed in detail in §3.

Theorem 2.1. Consider the system (27)—(28) together with initial conditions chosen such that the orthonor-
mality constraints (12) are satisfied and the density matrices p®) defined in (17) are nonsingular. Assume that
the potential V' in (2) is bounded and twice continuously differentiable, with bounded first and second derivatives.

If the initial data for ¢>( ) is in the Sobolev space H?, then there is a t* > 0 such that for t € [0,t*) there eists
a unique classical solutwn of the MCTDH equations (27)—(28) satisfying

ay € C*([0,t°),C), ¢ e Cl(0,t), L) nO([0, "), H?).
The solution can be continued in time until some density matriz p™*) becomes singular:

(p™ (t))_lﬂ =00 for some k.

t* =00 or limtTt*

The solution depends on the initial data Lipschitz continuously with respect to the H? norm on every closed
subinterval [0,] with t < t*. Moreover, for u defined by aj, gbg»]:) via (3), we have u(t) € H? fort € [0,t*), and
u solves the Dirac—Frenkel variational equation (5).

It would be comparatively straightforward to show the stated regularity locally on some interval [0,t2) by
using a fixed-point iteration in H? (or on [0,%,,) in H™ for m > 2 in Corollary 2.2 below). However, we see no
way to extend this local result in a direct way to the global-in-time result stated here, and therefore we proceed
differently, using commutator identities as our basic tool.

We first show that a unique mild solution of the system (27)—(28) exists. The mild solution is the solution
of a system of integral equations derived from the original system of differential equations via the variation
of constants formula, see for example [22]. A simple contraction argument shows that a unique solution a; €

C([0,t0),C) and ¢§]Z’) € C([0,t0), L?) to the integral equation exists for some to > 0, which depends on the
norms of (Z);l:) and (p(k))_l. For this argument, we ignore the orthonormality condition (12) for the single
particle functions and formally define the density matrices p(¥) by (18). To show the regularity of this solution,
we formally differentiate the integral equations for ¢( ). Next it is shown that unique solutions in L? of these
formal equations exist on the whole interval [0,t0) where the mild solution exists. To this end we use bounds
for Lie commutators of the vector field defined by the potential V' with partial differential operators. These
commutators are introduced and calculated in Lemma 3.1 below. The required estimates for the commutators
then follow directly from the smoothness of V. To proceed, we use regularisations of the integral equations
defining the mild solution. These have regular solutions which converge to the mild solution, and moreover
their derivatives converge to the solutions of the formal integral equations. Thus, from the closedness of the
differential operators we conclude that the formally derived integral equations indeed define the derivatives of
the mild solution. Consequently, the mild solution is in fact a classical solution of (27)—(28) which is in H? on
[0,t0). With this assertion we can show that the orthonormality constraint (12) is indeed satisfied for ¢ € [0, tg),
and the formal definition (18) of the density matrices corresponds with (17). The now established conservation
of the L? norms of the ¢§'];j) then implies that the mild solution actually exists on [0,t*) with ¢* as stated in the
theorem: to = t*. In total, we then have the H? regularity on [0,¢*). Finally, this implies that u defined in (3)
satisfies the variational equations (5).

The same arguments can be used to extend the result to higher regularity if the initial data is sufficiently
smooth. This is formulated in the following corollary.

Corollary 2.2. Let the assumptions of Theorem 2.1 hold. In addition, suppose that the potential V in (2) is
bounded and m times continuously differentiable with bounded derivatives. If the initial data for QS;]:) is in the

Sobolev space H™ with m > 2, then the solutions of (27)—(28) satisfy (b;l:) (t) € H™, t €[0,t*) with the same t*
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as in Theorem 2.1, and depend Lipschitz continuously on the initial data with respect to the H™ norm on every
closed subinterval of [0,t*). This is accompanied by higher temporal reqularity: for even m = 2r, the solution
satisfies
r+1 * (k) r * 2 * 2r
ay € C"7([0,t"),C), ¢, €C ([0,t*), L*) N C(]0,¢%), H").
Consequently, the variational approzimation satisfies u(t) € H™, and the function t — u(t) € L? is r times
continuously differentiable.

In Theorem 2.1 and Corollary 2.2, the existence and regularity of a solution of the MCTDH equations is
guaranteed for all times ¢ such that the density matrices p(*) defined in (17) are nonsingular. In practice, a
regularisation p®) + eI with a small & > 0 of the density matrices is used to ensure that the MCTDH equations
can be solved numerically without providing especially for the case of singular p(¥), see [3]. Tt is clear from the
arguments in §3 that the resulting modified system can be solved for all times ¢ € [0, c0), with a solution in H™
(of course, the H™ norms may then depend on the regularisation parameter ¢).

3. ANALYSIS OF THE MCTDH EQUATIONS

3.1. Notation

For our analysis, we consider the MCTDH equations in the form (27)—(28). For convenience, we define
d d
N =1][)_;nx and n =Y, _, ng, and denote as

a=(as);€CY and ¢= (W) = (), € (LD)"

(with ¢(®) € (L?)™*) two vectors containing the coefficients and single-particle functions. Then, our problem
can be written (the dot symbolizes differentiation with respect to t)

a = A(p)a, (29)
= iTo+Bla,o)s (30)

with the complex skew-hermitian N x N matrix A and the n x n matrix B with operator-valued entries, given
by

Apx(@) = 1 (@|V]ek), (31)
B(a,¢) = blockdiag(B® (a,¢)), k=1,....d, (32)
1 K
BY, (a,6) = —(1=P®) 3 (p")5, V)P (33)
mp=1

In the above formulas, ®; = ®Z:1 ¢§-]Z) with J = (j1,...,Ja4) is a Hartree product, and '(/Jj(-f) is the single-hole
function defined by (14). The density matrices p®*) = p(¥)(a) are considered as being defined by (18).
For coefficient vectors a € CV, we denote the Euclidean norm

fall = (X tast?) "

For the single particle functions ¢ € (L?)"™ we use

k
o1l = ma 95”1
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where ||¢§]:) || is the usual L? norm. For the pair (a, ¢), we use the norm

(@, @) = max{llal], [|4]]}-

We will consider the differential equations (29)—(30) with initial data (ag, ¢¢) of unit norm,

| (a0, ¢o)|| = 1.

We further assume that the components of ¢ satisfy the orthonormality constraints (12), so that the initial
wavefunction ug = ZJ ao,Po, s is of unit L? norm. We will also assume that the components of ¢y are in the
Sobolev space H?2.

3.2. Bounds and Lipschitz bounds for the system matrices

The above norms induce matrix norms ||Al|, ||B]|. We now collect bounds and Lipschitz bounds of A(¢) and
B(a, ¢), whose straightforward proofs we omit. For bounded ||(a, ¢)|| < r, we obtain the bound and Lipschitz
bound

IA@) < a0, [ A(6) = AD)]| < cullg = 4ll, (34)

where ag and «; are proportional to |V|| = max, |V (z)| and depend on r and on the dimension.
Corresponding bounds for B are obtained in regions of (a,¢) where the density matrices p(¥) = p(*)(q)
defined by (18) have bounded inverses:

I~ I = max|| (o)~ < . (35)
We then obtain, for a and @ in a ball where (35) holds,

1B(a,9)ll < BoM,  ||Ba,$) - B(@, o)l < B1M*||(a. ¢) - (@, ), (36)

where Gy and 1 depend again on ||V and 7.
Next, we consider the directional derivative of B(a,.gzﬁ) with respect to ¢, which we denote by B'(a, ¢). Let

¢(7) be a differentiable function satisfying ¢(0) = ¢, ¢(0) = d¢, then the directional derivative in direction d¢
is given by

d

Bl(aa ¢)5¢ = E TZOB(aa¢(T))'
On noting that
d ) L B W) D)) (@)
1 —1 +1
= Py (1) = Z Z Z Z Ay a®)) 5 oSl gl
7=0 I=1, I#k j1=1  jr_1=1jrr1=1  ja=1

(and similarly for the terms (;Sl(f)w,(,]f,z etc.), we find that B’(a, ¢)d¢ is continuous in ¢ and

1B (a, )00l < s 6¢], (37)

where & is proportional to M and ||V||.
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3.3. Lie commutators

We need bounds for commutators of the nonlinear vector field (considered for fixed coefficients a)

B(¢) := B(a, ¢)¢ (38)

with partial differential operators of first and second order. Obviously, the bounds (36) and (37) directly
translate into bounds for B,

3, (39)
Kol (40)

1B(o)
1B'(¢) 64

<
<

with appropriate constants 3 and 7 depending on M, on ||V, and on a bound of |[(a, ¢)||. Morecover, B'(¢)5¢
depends continuously on ¢.

Denote by 8§k), 1=1,...,Dy, k=1,...,d, the partial derivative with respect to the ith spatial coordinate
of the kth particle. Consider the Lie commutators

" Bl(¢) = 0B(g) - B'(¢)0M e, (41)
(B2, B(¢) = (0)2B(¢) — B'(¢)(0")20. (42)

To indicate the dependence of B on the potential V', we write
By =B.
The following key lemma gives nonlinear analogues to the linear commutator relations

PP Vg = (0PV)e, (43)
(02, V]e = (")) + 207 Vv)o g, (44)

where [0, V]p = 0% (Vg) — VO™ ¢ and similarly for (9{7)2.

Lemma 3.1. If V is twice continuously differentiable with bounded derivatives, then

0, Bu](@) = By (9), (45)
(02, BVI(6) = Byoyay () + 2B, (0" 9), (46)
where By, and B(a_(k))2v are defined in the same way as By, but with the potential V' replaced by a§’“>v and

(8i(k))2V, respectively.

Proof. We begin by noting the identities

) d 7o

B@oe = 2| B (e"9), (47)
. (k) _da ir (82
B0 02 = 2| B ). (48)
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where eTai(k) and eiT(ai(k))2 denote the unitar ted by the skew-adjoint t 8(k) di(8")2
y groups generated by the skew-adjoint operators ;" and (9, ),

respectively. To compute the respective commutators, we use the identity

d o) (k o) (k d B —ra® o 1o®  (k
E <e 9; ¢;k) |V | e 9; ¢l(k)> _ E <¢§k) |e 9; Ve 9, ¢l(k)>
7=0 =0
= (510 VIsiy = (5 10V i) (49)

Similarly, it also follows that

d

ir(0 N2 (k ir (02 (k ok k k
| @O0V e i) = —ief) [ 100), VIe)

=0

= —i(¢!” | 0"V | oMy — 216l |8V | 9P o). (50)

Now, it is straightforward to compute

(0B (@,0)9) = 0, Gm=Toenm mAk, (51)
J‘YYL
(2" (BY(@0)0) = L S ()5 0 10V

k l;‘:1r;‘ 1

£330 5 3 0, il

V= 1zk 1r,=1

k k .
——ZZ Vi @O WM 6, =1, m,  (52)

lk 1’(‘)c 1

Withuzz _1wﬂ quk, and

1 Nm Mm

(B @oae) = =130 3 (0, w0 VIvi el

1
Jm lym=17rm=1

+- Z ST (M OBV ™, G =1, s M # k,(53)

lm=1rm=1

/ k k k
(B9 (@, 0)0P0) = —ZZ D5k V) o ol
Ik lp=17r=1
k k
+ ZZ (P )5 oi o0V )y,
lk 17’1‘ 1
1S S (k) (k)
=12 2 L e VImo e, k=1 (54)
lg=17rp=1

Combining (51) and (53), and (52) and (54), respectively, we obtain (45). An analogous computation using
(50) yields (46). O
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3.4. The mild solution

In order to prove that the system (29)—(30) with initial data (ao, ¢o) has a unique classical solution, we first
prove the existence of a unique mild solution (cf. [22]), that is, of a solution of the system of integral equations

alt) = ao+ / A((s))als) ds, (55)

ot) = e Tyt / e =9IT B(a(s), ¢(s))(s) ds. (56)

0

Here, (56) results from a formal application of the variation of constant formula with the unitary evolution
operator e T of the free-particle Schrédinger equation.

The existence of a unique mild solution ¢ +— (a(t), ¢(t)) € C([0, o], CVN x (L?)™), for sufficiently small ¢, > 0, is
obtained from a contraction argument for the fixed-point iteration on (55)—(56). Standard arguments, using the
bounds and Lipschitz bounds (34) and (39), (40), yield a contraction on a closed ball around ¢ +— (ag, e~ *Z'¢y)
in C([0,t0], CN x (L?)™), for some ¢y > 0 that depends on ||V|| and ||p~!(ao)]|, and on ||(aq, ¢o)|. The solution
can thus be continued onto any interval [0, tg] on which [|p~!(a(t))|| and ||(a(t), #(t)|| remain bounded.

Since the solution a then satisfies the differential equation (29) with the skew-hermitian matrix A(¢), it
follows that a is of constant norm:

la(t)] = flaoll = 1. (57)

Later we will see that also ||¢(¢)|| = 1 for all times, but this cannot yet be concluded at the present stage. Once
this fact is established, by the above construction we can extend the mild solution to the interval [0, t*) with ¢*
as given in Theorem 2.1.

3.5. Mollifiers

We recapitulate some properties of the regularisation of functions by convolution with a mollifier. For more
details and proofs we refer, e.g., to [1]. For # € RP and ¢ > 0, consider the mollifier

pe(x) = giD i (g) with  p(z) = (27T;-D/2 o~ lzl?/2. (58)

The scaling is such that [, pe(2) de = [pp p(x) dz = 1. The convolution

(e s @) = [ nela =7 dy

satisfies the following properties:
(RL) If f € 12, then e » f € L? and pue » £ < | f]|.
(R2) For f € L?, lim._g ||ue * f — f|| = 0.
(R3) If f € L?, then p.* f € H™ for all m > 1, and 81@) (pex f) = (6§k)u5) * f € L?, and similarly for partial
derivatives of higher order.
(R4) If f € HY, then 0% (je = f) = pe = (0 £).
(R5) For f € L?, He * (e_itTf) = e_itT(Ne * f).

3.6. Regularisation of the mild solution

To prove that the mild solution (a, ¢) computed from (55)—(56) is indeed a classical solution of (29)—(30), we
need to show H? regularity of ¢ as defined by (56). We may take the coefficient vector a as given by the unique
solution of (55)—(56), of which we recall (57).



REGULARITY OF THE MCTDH APPROXIMATION 13

Before showing the regularity of ¢, we define an auxiliary function ¢. by means of the mollifier introduced
above. We define ¢. as the solution of the system of integral equations

D (t) = pe x (7T g0 + / =T B (g (5) ds)), (59)

0

where we write B(¢p:(s)) = B(a(s), ¢<(s))de(s) (we suppress the additional dependence on s through a(s) in the
notation, since it is irrelevant in the following arguments and clear from the context). The unique existence of
t — ¢(t) in C([0,t0], (L?)™) is obtained by fixed point iteration similarly to §3.4. By (R3) from §3.5, we have
¢ in H?. Note that . x ¢ — ¢o in L? due to (R2) from §3.5. Next we show that

lim max [lg-(t) = 6(t)]| = 0. (60)

e—0 t€]0,to]

From the definitions (56) and (59) we obtain

lo-(t) - ()l = \ e (7o + | eI B g, (5) ds) = (T + / B g() ) ]
< e e in = on)] + | [T ¢ B0 (5) ~ B0 s
< s on—anl+ [ e = B(6(6)) — Bl ds + / e+ (B6-(5)) — Bo(s)) | ds
< M +E/Ot l6-(5) — 6(s) | ds,

where M. — 0 as ¢ — 0 by (R2) in §3.5 and by the dominated convergence theorem. We have used the fact
that e *7 is a unitary group of operators, the properties (R5) and (R1) from §3.5, and the bound (40). Using
the Gronwall inequality, we can now conclude (60).

3.7. H' regularity

We now assume that the components of the initial data ¢q are in H', and V is continuously differentiable with
bounded derivative. We need to show that t — ¢(t) is a continuous function from [0, ] to H!, or equivalently,

that t — 8§k)¢(t) are continuous L2-valued functions. Formal differentiation of the integral equation (56) and
use of the relation 8§k)e’itT¢ = e*itTai(k)qS for ¢ in H! would yield the following relation for 8i(k)q5(t):
t

3§k)¢(t) _ e—itTai(k)qSO+/'e—i(t—s)Tai(k)Bw(s))ds (61)

0

TP g / L milt=9)T (B/(¢(S))a§k>¢(s)+ [af’“>,l’>’](¢(s))) ds,
0

where we have used the definition (41) of the commutator. After substituting the commutator according to
Lemma 3.1, we take this formal equation as a motivation to consider the integral equation for ¢ in C([0, to], (L?)™),

90 = P00+ [T (B 6(5)0() + By (6(5) s (62)

Using the bound (40) for B’ and noting the linearity in ¥, it is seen that the integral equation (62) has a unique
solution ¥ € C([0,to], (L?)™) with the same ¢y as in §3.4.
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So far, we have shown that unique solutions ¥ of (62) and ¢. of (59) exist, and 81.(16)(;55 (t) is in L2. Moreover,
the L? convergence (60) holds. Now, we will use these results to show that

lim max H8 qbs(t) —9(t)| = 0. (63)

e—0 te€(0,to]

Since differentiation of (59) yields, by (R4) of §3.5 and by Lemma 3.1,

t
M 6e(t) = pe » (ei”af’“’dm + [ e (B (02(5)06.(5) + By (92(5))) ds),
0 k2

we find that
1076.(8) = @) < e + 0 do — 0 o]l + / e = B (82(5))0%02(5) — B(8()9(6) | ds

/ 122 Bygony (e(5)) — By, (0()) | ds

< MO+ / l12c % B(6())9(s) = B(6())9(5)] ds
/ e * (B'(6-())0P 6.(s) — B (6(5))d(s)) | ds

" / 122 % Bygery (8()) — By (6()]] ds

/ 12 % (Byor, (62()) — Bygor, (9() | ds

<

MO+ /0 16-(s) = 6(s)l| ds + Ct /0 16776 (s) = 9(s)]| ds,

where MY — 0 and M® — 0 as ¢ — 0. Here we have used the bounds (39) and (40), the continuity of B’,
and the mollifier properties of §3.5. Thus, with (60) and the Gronwall inequality we obtain (63).

We now conclude that ¥ = 8§k)¢: since Bi(k) is a closed operator on L?, we have
9(t) = lim oWe.t) = o® lim ¢- () = o™ (1)
E— E—
for the limits with respect to the L? norm. We thus have 8§k)¢(t) € (L?)" for all k, i, and the proof of the H'
regularity of ¢(t) is complete.

3.8. H? regularity and orthonormality

The H? regularity follows analogously if we assume that ¢ € H? and V is twice differentiable with bounded
derivatives. In view of a formal differentiation of the integral equation (56) and the second commutator identity
in Lemma 3.1, we consider the integral equation

o) = o "T(O) g0+ / eI (B/(6(3))0(5) + B0y (6(5) + 2By, (9 6(s)) ) ds. (64)

This integral equation has a unique, continuous solution § € C([0,to], (L?)") (again with the same to where
the mild solution exists), which depends L? Lipschitz continuously on the initial data (8i(k))2¢0. By means of
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the H2-regular auxiliary function ¢., the solution § can be shown to be indeed equal to (8§k))2¢. To this end,
similar estimates as above can be used, where instead of the commutator identity (45) we use (46) and take into
account that (81@)2 is likewise a closed operator on L2. Altogether we can conclude that ¢ € C([0, o], (H?*)").
This also implies that ¢ is a classical solution of (29)—(30). To see this, we differentiate (55)—(56) on noting that
the expression T'¢ is well-defined since ¢ is in H2. This yields that ¢ — (a(t), ¢(t)) is continuously differentiable
with time derivatives in L? and satisfies the system of differential equations (29)-(30).

Now, since (a, ¢) defined by (55)-(56) satisfies (29)(30), we can show that ¢ also satisfies (25) with G*) =
T®): First, note that each equation from (30) can be written in the form

(k) _ Loy ((0) _ pk)y (k)
¢.jk - iT ¢jk + (1 P )d.jk
with a function d;lz) € Li(k). Consequently,

@13y = (@ | —ir® o) + (6l | (1 — PPy = () | —iTW M) 1 (1 — PW)oP) | aM)
= R T ),

since (1 — P()) is self-adjoint. By (24), this further implies that qﬁ;f) satisfy the orthonormality relation (12),
provided that the initial data are orthonormal. As we have noted previously in §3.4, this now implies that the
solution can actually be extended up to t* as given in Theorem 2.1.

Moreover, the formal definition (18) of p(*) is now equivalent to (17), and so we conclude that u = 3" a;®,
indeed solves the variational problem (5).

Altogether, this proves the assertions of Theorem 2.1.

3.9. Higher regularity

The above arguments can be extended without further difficulty to prove higher regularity of the MCTDH
approximation if V' is smooth with bounded derivatives and ¢q is regular enough. In this case, commutators
for higher spatial differential operators can be computed analogously as in Lemma 3.1. Using bounds for these
commutators, it is again possible to show that solutions to the formal integral equations for higher derivatives
of ¢ exist on [0,¢*), and the respective derivatives of the auxiliary function ¢. converge to these, uniformly
on compact subintervals. This procedure can be used to show arbitrary regularity of the solution for smooth
enough data on the interval [0,¢*), as stated in Corollary 2.2.

3.10. Remark: an alternative approach

The solution of the MCTDH equations is equivalent to the solution of the differential equation on the
approximation manifold,

U= P(u)lHu = %Tu + P(u)%Vu, u(0) =up € M, (65)

where P(u) denotes the orthogonal projection to 7, M. An elementary calculation shows that
(k) (k) (k)
P() VU—ZZAJKGKq’ﬁZ 3050 B, oul
k=1j,=11,=1

However, this problem formulation does not lend itself to an analysis as conveniently as in the above approach,
even though similar terms have to be estimated. Combining the coordinate-free evolution equation with the
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necessary estimates of the coordinate functions (a, @) in the analysis appears to lead to more technical com-
plications than working with the differential equations for (a, ¢) right away and returning to (65) at the very
end.

4. CONCLUSIONS AND OUTLOOK

In this paper, we have analysed the regularity of the approximation to the solution of the time-dependent
Schrédinger equation defined by the multi-configuration time-dependent Hartree method when the potential
defining the Hamiltonian is sufficiently smooth. Using bounds for the Lie commutators of the vector field
with differential operators, it was shown that a unique solution (a, ¢) to the MCTDH equations exists in the
Sobolev space H™ if the initial data is in H™ (m > 2), and the solution depends on the initial data Lipschitz
continuously with respect to the H™ norm. This regularity extends directly to the associated approximation
to the wave function defined by the Dirac—Frenkel variational equations. The well-posedness is ensured for all
times where the density matrices p(*) remain nonsingular.

The H? regularity has important consequences for the approximation properties of the MCTDH approach.
According to [18, Theorem 4.1], the error of the MCTDH approximation to the exact wave function is — for
sufficiently short time intervals — of the same order of magnitude as the error of the best approximation in the
approximation manifold. This result requires H? regularity of the approximate wave function.

The regularity is also needed to ensure good performance of numerical methods used to solve the MCTDH
equations, both for space discretisation and for the variational splitting integrator of [17] for the discretisation
in time. The commutator identities shown in the course of our proofs are likewise an essential ingredient in the
error analysis of this time integrator.

An interesting theoretical (though not practically relevant) question concerns the possible convergence of the
MCTDH approximations as more and more terms are included in the linear combination of Hartree products.
While we cannot exclude that such convergence occurs, we are sceptic that this would hold in general. One might
try to base a convergence proof on the above-cited quasi-optimality result of [18], since the best approximation by
linear combinations of Hartree products does converge to the exact wave function. However, the approximation
bounds of [18] depend on various parameters that explode as the density matrices in the MCTDH method
become nearly singular, and this is just what must be expected to happen as more and more nearly irrelevant
terms are included in the MCTDH approximation. Given the possible lack of convergence of MCTDH, it is
nonetheless safe to consider MCTDH as a highly successful model reduction technique (analogous to low-rank
model reductions in other fields) which for a fized number of Hartree products leads to equations of motion with
a sound existence and regularity theory as developed in this paper, with a quasi-optimality property linking
the MCTDH approximation to the best approximation of the wave function by the given number of Hartree
products (at least on short time intervals), and complemented with efficient numerical techniques for the solution
of the MCTDH equations of motion.

It is worthwhile to note that the regularity results proven in this paper remain valid for variants and extensions
of the MCTDH method designed for the computational treatment of larger systems, such as the coupling
with Gaussian wavepackets for secondary modes [7] and the multi-mode, cascadic or multilayer versions of
MCTDH [3,25] with which spin-boson systems with up to 500 degrees of freedom have been treated.

Our results apply also to the multi-configuration time-dependent Hartree-Fock (MCTDHF) method for the
electronic Schrodinger equation, if the potential is smooth. In [15] it was demonstrated that the antisymmetry
assumption inherent in MCTDHF implies that only a subset of the full MCTDH equations (29)—(30) have to
be solved, but the problem formulation is not altered in another way. Thus, we can conclude that there exists a
unique, regular solution of MCTDHEF, if a nonsingular, screened Coulomb potential is used. This constitutes a
commonly used regularisation of the singular Coulomb potential. It would be interesting to clarify the regularity
properties in the case of the singular Coulomb potential as well.
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