LUDWIG-MAXIMILIANS- UNIVERSITAT
MUNCHEN

Master Program Theoretical and Mathematical Physics

Master Thesis

On the Dipole Approximation

Lea BoBBmann

Advisor: Prof. Dr. Detlef Durr

August 29, 2016



ii



ON THE DIPOLE APPROXIMATION

Lea BoBmann

Abstract

The dipole approximation is employed to describe interactions between atoms and radiation.
It essentially consists of neglecting the spatial variation of the electromagnetic field over
the atom — instead, one uses the field at the location of the nucleus. Heuristically, this
procedure is justified by arguing that the wavelength is considerably larger than the atomic
length scale, which holds under usual experimental conditions. The aim of this thesis is
to make the argument rigorous by proving the dipole approximation in the limit of infinite
wavelengths compared to the atomic length scale.

We study the semiclassical Hamiltonians describing the interaction with both the exact and
the approximated electromagnetic field and prove existence and uniqueness of the respective
time evolution operators. We show that the exact time evolution converges strongly to the
approximated operator in said limit.

Based thereupon we identify subspaces of the Hamiltonian’s domain which remain invariant
under the approximated time evolution. We estimate the rate of convergence for appro-
priately chosen initial wave functions, and show that it is inversely proportional to the
wavelength of the electromagnetic field and besides not uniform in time.

Our results are obtained under physically reasonable assumptions on atomic potential and
electromagnetic field. They include N-body Coulomb potentials and experimentally relevant
electromagnetic fields such as plane waves and laser pulses.
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CONVENTIONS

Throughout this thesis we use the Gaussian unit system. In these units, the Maxwell equa-
tions are of the form

V-E = Adup,
vV-B = 0,

_ 19B
VxB = %%—?—i—%j.

Further, we use the Coulomb gauge,

V-A=0,

and put h = e =1 and the electron mass m = % In these units, the velocity of light ¢ has a
numerical value of about 137.

Elements of R? (d > 1) are denoted in boldface.

We use the following notation:

C'(Q) denotes the set of [ times continuously differentiable functions R? D Q — C; the
index zero in the case of continuous functions is omitted

CL(Q) denotes the set of I times continuously differentiable functions R¢ D  — C with
compact support

‘H denotes a complex Hilbert space

L(X,Y) denotes the set of bounded operators from X into Y; if X and Y are identi-
cal, we abbreviate £(X,X) = £(X). The operator norm on £(X,Y") is expressed as
Il x_y; in the case X =Y we write ||| y

|zl = |zl 2(ray denotes the L*(R%)-norm for elements z € L?(RY) and ||A] =
|| All 2(ray the respective operator norm for operators A on L%*(R%), unless otherwise
stated

P

loc

Q) ={f:RIDQ—C: feLP(K)VK CQ compact }

S(RY) = {f € C®°(RY) : sup [x*(95f)(x)| < o0 Va, B € N’g} is the Schwartz space

x€ER4

Constants, unless specified, may vary from step to step — even within the same line — and
are denoted by C.
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1 INTRODUCTION

Physics aims at revealing the underlying law describing the world we perceive. For this law
to hold universally, we demand that it be written in the language of mathematics and extend
to a comnsistent theory without ambiguities or vague formulations. The ultimate goal is to
explain each process in every detail. This aspiration is however extremely ambitious — even
for systems with very few particles it is currently often impossible to describe the behaviour
exactly. Therefore physicists have always employed approximations: better to provide a
description capturing the situation approximately than not to gain any insight whatsoever.
Considerations of simplified models, permitting to focus on the essential features, have led
to the acquisition of much knowledge and understanding.

An approximation widely used by both theoretical and experimental physicists is the dipole
approrimation, sometimes also referred to as the long wavelength approximation. It is com-
monly used for the description of interactions between radiation and atoms.

Let us consider an atom targeted by a laser. Our aim is to describe the interaction between
the laser’s electromagnetic field and an electron confined within the atom. Typically, the
wavelength of the field is considerably greater than the atomic length scale, thus it seems
not immoderate to neglect the spatial variation of the electromagnetic field over the atom
completely. Said atomic electron sees approximately the same field as the nucleus, which we
put in the center of our reference frame. This approximation, i.e. the simplifying assumption
that the electromagnetic field is spatially constant on the length scale of the atom, is the
dipole approximation. The intention of this thesis is to make the heuristic argument rigorous
and to quantify the validity of the approximation.

The central object is the wave function of the electron, whose time evolution is determined
via the Schrédinger equation by the interaction Hamiltonian

Hy(x,t) = <p — SA(X, t))2 + V(x),

where V(x) denotes the atomic potential. We will justify the specific form of H)(¢) in
Chapter 2. For now we merely note that it is a semiclassical Hamiltonian: the electron is
treated quantum mechanically whereas the electromagnetic field is described classically by
the vector potential A(x,t). Applying the dipole approximation essentially means to replace
A(x,t) by A(0,t) in the Hamiltonian, resulting in

Hoo(x,1) = (p - SA(O, t))2 +V(x).

This is equivalent to the above idea of the atomic electron experiencing a spatially constant
field. We can expect Hy(t) to generate viable results only if the electron is located ex-
tremely close to the nucleus on the scale determined by the laser’s wavelength A\. We will



1 Introduction

confirm that, in this regime, the approximation is indeed good. We prove that the exact
time evolution converges strongly to the time evolution in dipole approximation in the limit
A — 0.

The convergence being established, we go one step further and examine its speed. We are
particularly interested in gaining some insight regarding two questions: given an initial state
of the atom and some time during which it interacts with a laser, which wavelengths may be
chosen to guarantee for a good approximation? And conversely, given a laser with a specific
wavelength and an atom prepared in a particular way, how long until the approximation
ceases to be viable?

We will estimate the rate of convergence for wave functions remaining in some sense lo-
calised around the nucleus. The challenge in finding such wave functions is that we are
merely able to impose conditions on the initial wave function; the behaviour at later times
must be deduced from the time evolution. We will therefore prove that the domain of the
quantum harmonic oscillator is left invariant by the time evolution, as this space shows just
the desired properties: all of its element display a finite kinetic energy, and moreover their
variance and the fourth moment in position is finite. This provides sufficient localisation to
prove a theorem quantifying the rate of convergence.

Both experimental and theoretical physicists make ample use of the dipole approximation,
which can be found in most textbooks treating light-matter interactions. Examples are [1,
Ch. 2], [2, Ch. 7] or [3, Ch. T7].

In mathematical physics, the dipole approximation is of particular interest for proofs re-
lated to (photo-)ionisation. This phenomenon has been studied from different perspectives:
FROHLICH, P1220 and SCHLEIN [4] make use of the dipole approximation to describe the
ionisation of a hydrogen-like atom by a short, very intense laser pulse. COSTIN, LEBOWITZ
and STUCCHIO [5] study a one-dimensional model atom interacting with a dipole radiation
field E(t) - z,

H(t) = —A + €E(0,1) - x + V(x).

As we will see in Chapter 2, the time evolution generated by H (t) is unitarily equivalent
to the one generated by Hy(t). In case of a periodically oscillating electric field, this is
known as AC-Stark Effect, mathematically examined by GRAFFI and YAJIMA [6, 7]. A
similar Hamiltonian describing two interacting particles in an external time-periodic field is
studied by M@LLER [8]. PAuLl and FIERZ [9] describe the motion of a charged, spatially
extended particle in a force field in the context of non-relativistic QED and use the dipole
approximation for the emerging radiation.

To our knowledge, there are only few works justifying the dipole approximation rigorously.
FROHLICH, BACH and SIGAL [10] consider a system of non-relativistic electrons bound to
static nuclei interacting with a quantised electromagnetic field and argue for the use of the
dipole approximation in this case. GRIESEMER and ZENK [11] examine the photo-ionisation
of one-electron atoms due to interactions with a quantised radiation field of low intensity.
Within the framework of non-relativistic QED, they prove that the ionisation probability is
correctly given by formal time-dependent perturbation theory, to leading order in the fine-
structure constant c. The authors show that the dipole approximation produces merely an
error of sub-leading order, which justifies its validity.

In this thesis, we prove the dipole approximation directly from the time evolution, and



besides include an estimate of the rate of convergence. To achieve this, we make several
assumptions on the potential and the electromagnetic field. They are physically reasonable
in the sense that Coulomb potentials and laser fields are included.

The motivation for this thesis has been a joint work of DURR, GRUMMT and KoOLB [12, 13].
The authors prove existence and uniqueness of the time evolution operators, mainly using a
theorem from the textbook by REED and SIMON [14, Theorem X.70]. We adopt their general
idea as well as some intermediate results, but provide an alternative proof based upon the
original and more general theorems of KATO [15] and YOSIDA [16]. The estimate of the rate
of convergence, inspired by works of RADIN and SIMON [17] and HUANG [18], is — to our
best knowledge — a new result.

The organisation of this thesis is as follows: we begin Chapter 2 with an outline of the
physics involved and define the objects of interest. The mathematical notions and theorems
required are introduced in Chapter 3. Chapter 4 is dedicated to the proof of existence and
uniqueness of the time evolution operators and the establishment of their strong convergence
in the limit of infinite wavelengths. After identifying appropriate subspaces left invariant
by the time evolution in Chapter 5, Chapter 6 concludes with an estimate of the rate of
convergence for appropriately chosen initial conditions.
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2 DIPOLE APPROXIMATION

The dipole approximation is commonly used for the description of the interaction between
an electron confined within an atom and an external electromagnetic field. Ezternal means
in this context that the sources of the field are not part of the dynamical system under
consideration but remain fixed. The effect on the external sources caused by the field arising
from the motion of the electron must therefore be compensated for by the experimental
arrangement, or we simply assume that the influence of the electron’s field is negligible.
We start from a classical description of the problem and proceed to a semiclassical formula-
tion. Subsequently, we introduce the dipole approximation and show that the approximated
Hamiltonian is gauge equivalent to the Hamiltonian describing the coupling of a homogeneous
electric field to the electric dipole moment of the electron. By means of this Hamiltonian
we describe briefly the phenomenon of ionisation, which provides the main motivation for a
proof of the dipole approximation.

The content of this chapter is based on the textbooks of COHEN-TANNOUDJI et al., in
particular [19, Compl. Cfyi, Ay and Ch. IV.B] and [20, Compl. 13.4]. The paragraph
concerning ionisation refers to [13, 4].

2.1 SEMICLASSICAL HAMILTONIAN

Let us consider the interaction of a classical non-relativistic point particle (electric charge
e, mass m) in a potential with a classical external electromagnetic field. We write h, e and
m in this chapter explicitly (whereas h = e = 1 and m = % for the rest of the thesis) and
besides do not a priori fix the Colomb gauge. We choose our reference frame in such a way
that the nucleus of the atom, which is described by the potential V(x), is located at x = 0.
The Hamiltonian function describing this interaction reads

Hxp )= o (b A0+ e t) + V(). (21)
2m c

where A denotes the vector potential, ® the electrostatic potential and V the atomic

potential. A derivation through the Lagrange formalism can be found in [21, Ch. 12.1.] and

[19, Compl. Cfy]. A non-relativistic description of the electron seems appropriate, regarding

our objective to describe electrons within atoms.

We may choose the Coulomb gauge,

and, as there are no sources of the external field present within the region of interest, obtain
® = 0. The electric field is consequently determined by

E(x,t) = —10,A5(x,1). (2.2)



2 Dipole Approximation

We go now one step further and describe the interaction semiclassically: we treat the electron
as a quantum particle whereas describing the electromagnetic field classically. This might
seem awkward, as expressed by KEMBLE in his textbook on quantum mechanics:

[...] the reader will be inclined to raise his eyebrows at the attempt to combine a
quantum theory of the atom with a classical picture of an interacting electromag-
netic field. Our excuse for the construction of such a hybrid theory lies partly
in the observation that in the limiting case of very long wave lengths — static
or quasi-static fields — the corpuscular properties of the electromagnetic field re-
cede into the background while the classical properties dominate. Hence we can
reasonably hope that such a classical treatment of the field will be in asymptotic
agreement with experiment as the wave lengths under consideration become very
large. [22, Ch. 1]

Treating A as a classical electromagnetic field means that we consider the influence of A
on the electron but not vice versa. Whereas A ) may cause the electron to change its state,
A, itself is not altered. This seems a reasonable approximation if the intensity of the elec-
tromagnetic field is adequately high: it is of no great importance whether one photon more
or less is contained in the radiation field, if only the number of photons hitting the atom is
sufficiently great. For weak or no incident radiation however, the change in the radiation
field may not be neglected as easily [1, Ch. 2.4].

The dipole approximation is used in situations such as lasers interacting with atoms, in
particular for the phenomena of ionisation and atomic transitions. In these cases, the high
intensity is usually given, and besides we will be concerned about wavelengths much greater
than the atomic length scale.

Moreover, there exists so far no completely rigorous quantum mechanical description of pho-
tons. Although the semiclassical treatment has its limitations, it is the best we have to offer,
and it describes the phenomena observed in laboratories very well.

Following the customary recipe to convert the classical Hamiltonian function (2.1) into an
operator, we arrive at the Hamiltonian in position representation

Hy(x,1) = % (~inv - SAA(x,t)>2 + V(). (2.3)

We have not included the spin S of the electron, although it interacts with the magnetic
field B and thus gives rise to the interaction term

Hg(x,t) = —%s -B(x,1), (2.4)

which has to be added to the Hamiltonian (2.3). We neglect this term because it is consid-
erably smaller than the interaction term H;y = A\ (x,t) - p. To see this, we consider a plane
electromagnetic wave

A)\(X,t) — A (ei(kx—wt) + e—i(k-x—wt)) g, (25)

with amplitude A, frequency w = %, wave vector k and polarization €, such that

2
\k[:%, k-&=0.



2.2 Hamiltonian in Dipole Approximation

The spin being of order / and the magnetic field |[B| = |V x A,| ~ |k|A, we conclude that
(2.4) is of order Hg ~ Ah|k|. Comparing this to Hr, we find

Hy Alp| A7

Hs ANk _|x]

where we have used that %‘ is, due to the uncertainty relation, at most of order |x|. For
sufficiently large A, this fraction becomes very small. We will see that it is of the same
order of magnitude as the part of the interaction term which we neglect when performing

the dipole approximation (2.6), hence we omit it from our description.

2.2 HAMILTONIAN IN DIPOLE APPROXIMATION

In the usual experimental setup, the wavelength of the external field is much larger than

the spatial extent of the region where the electron can move. We may therefore expand

the vector potential A (x,t) in powers of x, which yields a series of multipole moments of

increasing order, and in good approximation keep only the lowest-order term A (0,t¢). In

the example of the plane wave (2.5), this is done by expanding the exponentials in a Taylor
x|

Series 11 DY)

exp{£i(k -x —wt)} =exp {ﬂ:?mﬁ‘};’fc . :E} eTwt ~ (1 +0 <%>) eFit, (2.6)

hence A (x,t) = A,(0,t). Intuitively, this approximation is clear: as the Coulomb potential
keeps the electron close, the external field can merely change insignificantly between electron
and nucleus. Thus we can in good approximation discard the spatial change over the atom
and assume instead that the electron interacts with a (spatially) constant electromagnetic
field. The resulting semiclassical Hamiltonian in Coulomb gauge is

2
Hoo(t) = ﬁ (—z’hV - ZA,\(O,t)) + V(%) (2.7)
If we had not truncated the multipole expansion of A)(x,t) after the constant term, we
would have obtained further terms such as the magnetic dipole moment, electric quadrupole
moment etc. These are practically always negligible in comparison with the dipole term.
They may however become important in the context of atomic transitions, when the dipole
contribution to the transition probability vanishes in consequence of a selection rule'.

The dipole approximation holds well for most experimental situations, but it is in the nature
of an approximation to be of limited validity. First, its breakdown can clearly be expected
when the wavelength becomes comparable to the target size. In practice there exists also a
second limit towards long wavelengths. The external magnetic field in dipole approximation
is zero because B(x,t) = V x A,(0,t) = 0. This may however be an oversimplification if
electrons of very high kinetic energy emerge from the interaction. They are strongly influ-
enced by the magnetic field as the magnetic component of the Lorentz force depends on the
electron’s velocity. Sufficiently fast electrons are created in strong-field ionisation with very
intense lasers and cause a breakdown of the dipole approximation in this regime [23]. In this

'For selection rules, see e.g. [2, Ch. 2.2]
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thesis, we restrict ourselves to the description of non-relativistic electrons and therefore do
not consider the second case. We will however rigorously confirm the first limit.

Although the Hamiltonian (2.7) is convenient for the mathematical analysis, the (physical)
investigation of interaction processes is very often based on a different Hamiltonian,

2

H(t) = Q%L — eE(0,) - x + V(%). (2.8)

We will in the sequel show that Hso(t) and H (t) are in fact related by a gauge transformation.
To see this, we first consider the classical Hamiltonian (2.1) in dipole approximation. We use
our freedom to choose a gauge for the vector and electrostatic potential by the simultaneous

transform _
A\(x,t) = Ax(x,t) = Ax(x,t) + VA(x, 1) ,

D(x,t) — B(x,t) = B(x, 1) — LI A(x,1) .

Our aim is to identify a transformation such that A(0,¢) = 0. This is achieved by the
Goppert-Mayer transformation,

A(x,t) = —x - Ax(0,1),

which results in the transformed classical Hamiltonian

_ 2
H(x,p,t) = 2p—m —eE(0,t) - x+ V(x).

Proceeding to the semiclassical Hamiltonian (2.7), we recall that, within the framework
of quantum mechanics, a gauge transformation corresponds to a unitary transformation.
Consequently, we seek a unitary operator 7'(t) translating the operator p by £A(0,1), i.e.

T(HPT(H)" = p+ £AN(0,1).
This translation operator is naturally given by
T(t) = exp {f%eA)\(O, t) - X} . (2.9)

Hence the wave function describing the electron transforms as

which implies for the Schrédinger equation
ind(t) = (TOHOTEO +inT (@) (GTE) T D).

The operator H(t) generating the time evolution of QZ(t) is consequently given as

H(t) = TWHOT ) +ihT(t) 9,T(t) T(t)'.



2.2 Hamiltonian in Dipole Approximation

Figure 2.1: The effective potential Veg(x) in one dimension in comparison the undisturbed
Coulomb potential (dashed line). The horizontal line indicates the energy E of
an electron which may tunnel through the potential barrier (Figure taken from
[13]).

With the explicit form (2.9) of T'(¢), this yields precisely (2.8). The interaction eE(0,?) - x
in (2.8) describes the coupling of the external field to the electric dipole moment d = ex of
the electron with respect to the origin — hence the term dipole approximation.

The Hamiltonian H (t) is particularly useful for descriptions of the ionisation of atoms as
a consequence of interactions with light. Due to the incident radiation, the electron is no

longer confined in the Coulomb potential V(x) = —e?|x|~! but feels the effective potential
o2
Vet (x) = T eE(0,1) - x.

Figure 2.1 shows V.g(x) for one dimension at a fixed instant of time. In comparison to the
Coulomb potential it is deformed in such a way that the electron can tunnel through the
potential barrier and escape the atom towards the impinging light.

Having motivated the dipole approximation heuristically, we proceed to the main part of the
thesis: the proof in the semiclassical context. For this purpose, we continue with a chapter
reviewing the concepts and theorems needed for a rigorous analysis.
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3 MATHEMATICAL PREPARATIONS

In Chapter 4, we will consider the time evolution of wave functions under the exact Hamil-
tonian (2.3) as well as under the Hamiltonian in dipole approximation (2.7). Both being
unbounded, we need to agree upon some definitions and introduce several concepts related
to unbounded operators, including questions of domain and self-adjointness. In so doing, we
will follow [24, 25, 26, 14, 27, 28, 29, 30].

In order to prove the self-adjointness of the free Schrédinger operator, we define the Fourier
transform on L?(R?%) and introduce the notion of Sobolev spaces. This part of the chapter
refers to [27, 30, 31].

Subsequently, we introduce Cy-semigroups and examine their generators. The most impor-
tant results in this section are the theorems by HILLE and YOSIDA and by STONE. Our
presentation is based on [15, 16, 32, 33, 34].

We then establish existence and uniqueness of the time evolution for explicitly time-dependent
unbounded Hamiltonians. The main references for this are [24, 25, 15, 16, 35, 36].

In the last section, we introduce the Gronwall inequality, following [37, 38].

All theorems, lemmas, proofs and definitions in this chapter are copied from said references.
The only exceptions are the proofs of Lemmas 3.4, 3.7, 3.22 and 3.37. In Section 3.4, we
present the proofs of the respective theorems as they are given in the quoted literature,
although in considerably greater detail. The proofs of Theorem 3.42, Lemma 3.43 and
Theorem 3.45 are marginally altered to include the case T # 1.

3.1 UNBOUNDED OPERATORS
A (linear) operator A is a linear map
A: X DDA -Y

from a normed vector space X into a normed vector space Y, whose domain D(A) is a
subspace of X. If D(A) is dense with respect to the norm of X, A is called densely defined.
If X =Y, we call A an operator on X. Quantum mechanics deals with operators on a
Hilbert space H.

If Y is a subspace of X, an operator A on X induces a linear operator A’ on Y such that

DA)={zxeDA)NY : Az €Y},

Alx = Ax Vx € D(A').

This operator A’ is called the part of A on Y.

Later in this thesis we will be concerned with a family of bonded operators (Lemma 3.40).
A useful characteristic of such families is their total variation.

11



3 Mathematical Preparations

Definition 3.1. A family {A(t)}icjap of operators on a Banach space X is called of
bounded variation in t if there is some N > 0 such that

D A = Aty <N
=1

for every partition a =ty < t; < --- < t,, = b of the interval [a,b]. The smallest such N is
called the total variation of A in t.

In quantum mechanics, the statistics of measurements are described by means of self-adjoint
operators. A brief justification of this particular choice will be given in Section 3.4; for now,
we merely define self-adjointness.

Definition 3.2. For a densely defined operator A on H, its adjoint A* is defined by
D(AT) = {Y € H: 3ny € H s.t. (%, Ap) = (14, 0) Y € D(A)},
A*w =Ty
(a) A is called symmetric if (¥, Ap) = (A, ) Vb, p € D(A), and skew symmetric if
(¥, Ap) = — (AY, ) Y, € D(A).

(b) A is called self-adjoint if A = A*, which in particular requires D(A) = D(A*), and
skew self-ajoint if A = —A*.

Whereas for bounded operators the notions symmetric and self-adjoint are equivalent, this
is not true for unbounded operators. A symmetric operator is not automatically self-adjoint,
it is merely extended by its adjoint.

The requirement that D(A) be dense ensures the well-definedness of A*. D(A*) need not
be dense in general, it might even contain no element besides 0. Finding the domain of
self-adjointness of an operator is therefore a balancing procedure: increasing the domain of
A implies decreasing the domain of A*. It is in general not trivial to determine whether an
operator is self-adjoint. In preparation for a very useful criterion of self-adjointness (Theorem
3.5), we introduce the concept of closed operators.

Definition 3.3. The graph of an operator A: X D D(A) =Y, X and Y being two normed
spaces, is defined as the set

I(A) = {(p,Ap) : p € D(A)} C X xY.
The graph norm of A is defined as

L= 1l + 1Ay -

A is called closed if T'(A) is closed in (X XY, ||| xy ), where ||(z,9)]l xxy = 2l x +lylly-
This is equivalent to the following condition:

{{wn}neN CD(A), lim o, = ¢ and lim Ap, = w} S {90 € D(A) and Ap = 1/)}-

Closed operators display a useful property: their domain endowed with their graph norm
forms a Banach space.

12



3.1 Unbounded Operators

Lemma 3.4. Let A: X D D(A) — Y be a linear map between two Banach spaces X and
Y. Then
A is closed <= (D(A), |||l 4) is a Banach space.

Proof. Let ¢ € D(A) and {¢p nen a sequence in D(A). As

10, AP) x sy = llellx + 1 Aelly = llella

{(¢n, Apn) tnen is a Cauchy sequence in (I'(A), ||| yy) precisely if {¢n}nen is a Cauchy
sequence in (D(A), ||| 4). Hence (D(A),||-||4) is complete if and only if I'(A) is complete
with respect to ||-|| .y The claim follows because completeness is equivalent to closedness
for subspaces of Banach spaces. ]

Now we can state said criterion of self-adjointness.
Theorem 3.5. For a symmetric operator A on H, the following are equivalent:
(a) A is self-adjoint,
(b) A is closed and Ker(A* +i1) = {0},
(¢) Ran(A +il) = H.
Proof. [26], Theorem VIII.3. O

How much may one perturb a self-adjoint operator without losing its self-adjointness on
the original domain? In Section 3.2, we will see that the Laplace operator —A, describing
the free evolution of a particle, is self-adjoint. As the Hamiltonians (2.3) and (2.7) are of
the form —A + V', we introduce a criterion on V ensuring the self-adjointness of the sum
(Theorem 3.8). Therefore we need the notion of relative boundedness.

Definition 3.6. Let A and B be two densely defined operators on a Hilbert space H. Suppose
that

(1) D(B) 2 D(A),
(ii) there exist a,b € R such that for all p € D(A),

[1Boll < allAp]l +bll¢ll - (3.1)

Then B is called (relatively) A-bounded. The infimum of such a is called the relative
bound of B with respect to A, or simply the A-bound of B. If the relative bound is zero,
B is called infinitesimally A-bounded, and we denote this by B << A.

Sometimes it may be more convenient to cope with a slightly different condition than (3.1):
Lemma 3.7. Condition (ii) can be replaced by the equivalent condition

(i’) there exist a,b € R such that for all ¢ € D(A),

IBell” < a® || Ap|” + 8 [loll” (3.2)

13
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The infimum over all a in (ii) equals the infimum over all a in (i').
Proof. Suppose (ii’) holds. Then

~ ~ 2
1Bol? < @ [l Agl® + B lell” < (all Al +blell)

hence .
|Bell < allAel +bllel,

and we choose a = a, b = b. The respective infima are trivially equal.
Conversely, suppose (ii) holds. Then

1Boll? < a? [ 4]l + 6 llol|* + 2av/ | Al - b el
for all € > 0. Using the identity 2cd < ¢ + d? for ¢,d € R, we conclude
IBol® < a*(1 +¢) | Ap|* + 0*(1+ 1) [l]?

and choose @% = (1 4 €)a?, b* = (1 + %)bQ. As this can be done for arbitrary ¢ > 0, the
infimum over all possible a equals the infimum over all possible a. ]

After this preparatory work we present a quite renowned theorem providing us with a useful
tool for the construction of self-adjoint operators.

Theorem 3.8. (KATO, RELLICH) Let A, B be operators on a Hilbert space H. Suppose
that A is self-adjoint and B is symmetric with A-bound a < 1. Then A + B is self-adjoint
on D(A+ B) =D(A).

Proof. [27], Theorem 6.4. O
This theorem has an extension concerning the lower bound of A + B.

Definition 3.9. A self-adjoint operator A on a Hilbert space H is called semibounded if
there exists y4 € R such that (o, Ap) > va |l¢l|* for each ¢ € D(A). Each such v4 is called
a lower bound for A.

We may choose for ¢ elements from the spectral basis of A. As A has in this basis diagonal
form, the spectrum must be lower bounded by 4, which explains the term lower bound.
Making use of Theorem 3.8 it is also possible to find a lower bound v on the sum A + B,
which is however in general not the ideal choice.

Theorem 3.10. Let A, B be operators on a Hilbert space H. Let A be self-adjoint and
semibounded with lower bound v4, and let B be symmetric and relatively A-bounded with
A-bound a < 1. Then A+ B is semibounded with lower bound

b
v =4 — max T , b+ alval ¢,
—a

with a and b as in Definition 3.6.

Proof. [28], Satz 9.7. O

14



3.1 Unbounded Operators

To conclude the paragraph on perturbations of self-adjoint operators, we introduce the HEINZ
inequality:.

Lemma 3.11. (HEINZ) Let A be a positive self-adjoint operator on a Hilbert space H and
let B be symmetric with D(A) C D(B). If
[Bell < [[Apll Ve € D(A)
then
(@, Bo)| < (0, Ap) V@ eD(A).
Proof. [28], Satz 9.9. O

An important characteristic of an unbounded operator is its resolvent set: the subset of C
on which the operator is invertible. Its complement, the spectrum, is a generalisation of the
set of eigenvectors of a matrix.

Definition 3.12. Let A be a closed operator on a Banach space X. A complex number X\ is
contained in the resolvent set p(A) if \1 — A: X D D(A) — X is a bijection with bounded
1mnuerse.
If X € p(4),

Ry(A):= (M — A) e LX)

is called the resolvent of A at \.

Especially in Chapter 4 we will extensively work with resolvents, hence we introduce now
two identities which will simplify our arguments.

Theorem 3.13. Let A be a closed densely defined operator. Then {Rx(A): X € p(A)} is a
commuting family of bounded operators satisfying the first resolvent identity,

R(4) — Ru(A) = (5~ N Ru(A)RA(A). (33)
If additionally D(A) = D(B), the second resolvent identity,

RA(A) = RA(B) = RA(A)(A — B)Rx(B) = Rx(B)(A — B)Rx(A), (3-4)
holds for X € p(A) N p(B).
Proof. [28], Satz 5.4. O

Let us finally generalise the concept of commutativity to unbounded operators.

Definition 3.14. Let A, B be two self-adjoint operators on a Hilbert space H. Then A
and B are said to commute if all projections in their associated projection-valued measures
commute.

It is necessary to make this detour via the projection-valued measures because the expression
AB — BA might not be sensible for any vector in H: it may very well happen that

Ran(A) N D(B) = {0},

in which case BA has no meaning.

15
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3.2 FREE SCHRODINGER OPERATOR

In this section, we define the free Schrédinger operator Hy = —A and establish its self-
adjointness. To this end, we introduce the Fourier transform on L2(R?), which is a useful
tool as it permits the reduction of differential operators to simple multiplication operators.
We cannot define it directly on L?(R?) because f(x)e~ ™ is in general not integrable for
f € L?(R%). Therefore we take a detour over S(R?) and extend in a second step to L2(R?).

Definition 3.15. The Fourier transform on Schwartz space is defined as

F:SRY) — S(RY)
fo— FH=T,

where

Flp) = (2 [ fle P ax (3.5)
Rd

Theorem 3.16. The Fourier transform has the following properties:

(a) F:S(RY) — S(R?) is a bijection, and its inverse is given by

_ -~ _d ipX
F 90 =500 = (2m) ¢ [ g(p)e®dp.
R4
(b) F extends to a unitary operator F : L>(R%) — L2(RY),

(c) in particular, for all f,g € L*(RY),
£ 1l = 11F]l2.

(f, g>L2(Rd) = <JE7 §>L2(Rd)-
Proof. [27], Chapter 7.1, Theorems 7.4 and 7.5. O

Part (c) is also known as as PLANCHEREL’s identity. As mentioned above, one major ben-
efit of the Fourier transform is that it provides us with the possibility to treat differential
operators as multiplication operators. This feature is caught by the subsequent lemma.

Lemma 3.17. For f € S(RY) and a multi-index o € NZ, we have

~

O f(x) = [(iP)" f]" (x)
for all partial derivatives 9, with |a| < k.
Proof. [27], Chapter 7.1, Lemma 7.1. O

Hence the free Schrédinger operator —A acts in Fourier space as multiplication operator
|-|2. Its domain is consequently constituted of all those f € L?(R?) for which || |- |2 f]| exists.
This leads us to the notion of Sobolev spaces.

16



3.2 Free Schrodinger Operator

Definition 3.18. Consider an open set Q@ C R, k > 0. The (Hilbert-)Sobolev space
HF(Q) is defined as

HAQ) = {f € LX(Q): (1+]- ): F e ()} (3.6)

By Theorem 3.16, Lemma 3.17 can thus be extended to f € H*(RY), where 0,f is the
derivative of f in the sense of distributions.

Theorem 3.19. H*(Q) with the scalar product

,9) e / F©)3p)(1 + [p)*dp (3.7)

is a Hilbert space.
Proof. [31], Theorem 3.5. O

The scalar product (3.7) induces the Sobolev norm

By = [0+ 0217 0) P, (3.8)

Q

In particular, the norm on H 2(]Rd) is given by

11 ) = / Fp)2dp + 2 / pF(p)[2dp + / 2/ (p)Pdp
R Ré R? (3.9)

e+ A

As the norms of |- \fand | - \2fwill appear quite frequently, we introduce the more compact
notation

V513 =117 = S / 1911 ()| dx,
i:l
a7 =127, / IAF(G0)

In this notation, (3.9) leads immediately to the following corollary.

Corollary 3.20. Let f € H?(RY). Then

171 < 17 ey (3.10)
IVA < 5 11l 2 ray (3.11)
=A< 1 ey (3.12)

We enclose two lemmas concerning dense embeddings.

17
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Lemma 3.21. C*(RY) is dense in H*(R?).
Proof. [31], Theorem 7.38. O
Lemma 3.22. H*(Q) is dense in L*(2).

Proof. 1t is well known from functional analysis that C2°(2) is dense in LP(€2) for 1 < p < oo
(e.g. [27], Theorem 0.33). Further, C2°(RY) is dense in H*(2) by Lemma 3.21. Thus H*(Q)
is a subset and contains a dense subset of L?(Q), which makes it a dense subset itself. [

Finally, the following theorem proves the self-adjointness of the free Schrédinger operator on
the Sobolev space H%(R?), and thus concludes the current section.

Theorem 3.23. The free Schridinger Operator Hy = —A is positive and self-adjoint on
D(Hy) = H*(RY).

Proof. [27], Theorem 7.7. O

3.3 SEMIGROUPS AND THEIR GENERATORS

This section is meant to provide the basis for Section 3.4, which is concerned with the time
evolution generated by an unbounded, time-dependent Hamiltonian. Especially Theorem
3.38 makes ample use of notions from the theory of semigroups, hence we will give a short
overview over the concepts involved.

One may think of semigroups as the generalisation of exponential functions to Banach spaces:
semigroups arise as the solutions of ordinary differential equations with constant coefficients
in Banach spaces, in the same way as exponential functions do in C.

Definition 3.24. Let X be a Banach space. A one-parameter family {T'(t) }o<t<co € L(X)

is called a semigroup of class Cy, or simply a Cy-semigroup (or a strongly continuous
semigroup), on X, if

(i) T(0) =1,
(i) T(t+s)=T(t)T(s) Vt,s >0 (semigroup property),

(iii) Stilngt =T}

A Cp-semigroup is thus a strongly continuous one-parameter group where the parameter

attains only non-negative values. The norm of the elements of a Cy-semigroup grows at most
exponentially in the parameter.

Theorem 3.25. Let {T'(t)} be a Co-semigroup on X. Then there exist constants § > 0 and
M > 1 such that
IT(#)]x < MeP' V0 <t< oo

Proof. [32], Chapter I, Theorem 2.2. O

If =0, {T(t)} is uniformly bounded. A special case of uniformly bounded semigroups are
the contraction semigroups.

18



3.3 Semigroups and their Generators
Definition 3.26. Let {T'(t)} be a Co-semigroup . If f =0 and M =1 (with B and M as in
Theorem 3.25), it is called a contraction semigroup.

Keeping in mind the parallel to exponential functions, we now examine the generators of
Co-semigroups.

Definition 3.27. The (infinitesimal) generator A of a Cy-semigroup {T(t)} on X is
defined as

A = shmi®-T
t}0 t
Tt)—1
D(A) = {@b €eX: }fiin()l (t)t@b exists in X} .

We denote by G(X, M, 3) the set of all A such that —A generates a Cyp-semigroup on X with
constants M and S'. Further,

¢(x):=J | 9(x,M,8).

BER M>0

Theorem 3.28. The generator of a Cy-semigroup s closed and densely defined and deter-
mines the semigroup uniquely.

Proof. [33], Chapter II, Theorem 1.4. O
Naturally the generator commutes with every element of the Cy-semigroup it generates.

Theorem 3.29. Let X be a Banach space and A the generator of a Co-semigroup {T(t)}.
Then
AT (t) = T(t) Ay = lim HT(t+h) —T(t).
—}

Proof. [16], Chapter IX.3, Theorem 2. O

We state now two theorems characterising generators of Cp-semigroups. The first theorem is
concerned with the generator of generic Cy-semigroups, the second specialises to contraction
semigroups.

Theorem 3.30. Let X be a Banach space. Then the operator A generates a Co-semigroup
with constants M and B as defined in Theorem 3.25 if and only if

(i) A is closed and densely defined,
(it) [|[RA(A)*|x S MN=8)"" for A\>p, n=1,2,... .
Proof. [32], Chapter I, Theorem 5.3. O

Theorem 3.31. (HILLE, YOSIDA) For an operator A on a Banach space X, the following
are equivalent:

The definition with minus sign might at first glance appear awkward. The reason for this seemingly
complicated convention is that we will make use of G(X, M, 3) to solve the evolution equation in the form
(3.20). Had we chosen to write it in the form (3.40), we would have defined G(X, M, 3) with a plus sign.
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(a) A generates a contraction semigroup,

(b) A is densely defined and closed. Moreover, (0,00) C p(A) and

—_

[BA(Alx <55 A>0,

>

(c) A is densely defined and closed. Moreover, {\ € C: R(\) > 0} C p(A) and

1

[RA(A)] x < ROV

, R(A) > 0.

Proof. [33], Chapter II, Theorem 3.5. O

The next theorem we present is presumably one of the most renowned theorems in quantum
mechanics. It provides the connection between self-adjoint operators and unitary groups.

Theorem 3.32. (STONE) Let {U(t)}1er be a strongly continuous one-parameter group of
unitary operators on H. Then the infinitesimal generator of {U(t)}ier is A = iH, with H a
self-adjoint operator on H.

Conversely, if H is a self-adjoint operator on H, then iH generates a unique strongly con-
tinuous unitary one-parameter group {e“H Her.

Proof. [33], Theorem 3.24. O

We come now to a number of definitions due to KATO [15], which we will need in the theorems
of the ensuing section. The first is the notion of a subspace being admissible with respect to
the generator of a Cy-semigroup.

Definition 3.33. Let Y be a Banach space which is densely and continuously embedded in
a Banach space X, and let A € G(X, M, ). Y is called admissible with respect to A, or
simply A-admissible, if {e_tA}OSKOO leaves Y invariant and forms a Co-semigroup on Y .

Lemma 3.34. Let S be an isomorphism of Y onto X. Then Y is A-admissible if and only
if Ay = SAS™! belongs to G(X). In this case, Se 4S5~ = et fort > 0.

Proof. [15], Proposition 2.4. O

Now we consider a whole family of generators of Cy-semigroups. In this context, we define
the notion of stability:

Definition 3.35. Let X be a Banach space and consider the family {A(t)}}o<i<r € G(X).
{A(t)} is called stable if there are constants M >0 and € R such that

k
[[m-At)| <ma—p*, A>p, (3.13)
j:1 X
for any finite family {t;}1<j<p with0 <t <--- <t <T, k=1,2,.... The product [] is

time-ordered, i.e. factors with larger t; stand left of the factors with smaller t;. M and 3
are called the constants of stability.
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3.4 Time Evolution

Note that the constants M and § need not coincide with the constants of Theorem 3.25.

Lemma 3.36. Condition (3.13) is equivalent to the condition

k
H e—SjA(tj) S Meﬁ(31+"‘+5k) , Sj Z 0’ (314)

X
for {tj}i<j<k and [] as above.
Proof. [15], Proposition 3.3. O
It can easily be seen that the generators of contraction semigroups are inherently stable.

Lemma 3.37. Let —A(t) be a generator of a contraction semigroup for t € [0,T]. Then the
family {A(t)} is stable with constants of stability M =1 and 8 = 0.

Proof. From the HILLE-YOSIDA theorem (Theorem 3.31) we know that (0,00) C p(A(t;)),
and consequently [|[Ry(—A(t;))|| < § for A > 0, t; € [0,T]. The resolvents are bounded
operators, hence their operator norms are submultiplicative. Therefore

k k
HRA(—A(tj)) H IRA(—A®t) | <AF ¥A>0
for all finite families {¢;} as specified in Definition 3.35. O

3.4 TiME EVOLUTION

Starting from an initial wave function v (¢g), the solutions of the Schrodinger equation

iOpp(t) = H(t)(t) (3.15)

should be uniquely determined and exist for all times. Further, we demand that the total
probability [|1(t)]|* be conserved. These three requirements are met if the Schrédinger flow
on the space of wave functions is described by a unitary strongly continuous one-parameter
group {U (t, ) }+er satisfying

i0,U(t,to) = H(t)U(t, o). (3.16)
We call this family of operators the time evolution.

But does H always generate a flow of this kind? In other words, is H necessarily the gener-
ator of a unitary group? The functional form of H is dictated by physics, but we are free to
choose suitable boundary conditions — equivalently, to specify an appropriate domain for H.
We note first that, in order to conserve probability, H must be symmetric as a consequence
of the continuity equation®. Hence we must not choose the domain too small in order to

preserve symmetry. If we choose it however too big, we might lose the uniqueness of the

2The continuity equation, also known as the quantum flux equation, is defined and motivated in [24],
Chapter 7.
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tof 7777777 e

to

Figure 3.1: Regions of integration for n = 2. In the first two lines of (3.19), we integrate
over the blue triangle whereas in the following lines the integration is performed
over both the red and the blue segment. The segments have identical size.

solution. It turns out that the only possible choice is the domain on which H is self-adjoint3.

The precise form of the time evolution operator depends on H. Let us first consider the
simplest case where H is not (explicitly) time-dependent, for instance H = —A + V. The
time evolution is then determined by STONE’s theorem (Theorem 3.32), and the unique
solution of (3.16) is

Ut tg) = e tH=t0),
The situation becomes more involved if the Hamiltonian is explicitly time-dependent. One
distinguishes three cases:
If H(t) is bounded for any ¢ and the H(t) commute pairwise, i.e. [H(t1), H(t2)] = 0 for all
t1,t2, the time evolution is given as

Ut to) = ¢ Juo HOIT (3.17)

More generally, if we impose on H(t) to be still bounded but renounce the demand for
pairwise commutativity, U(¢,to) is determined by the Dyson expansion,

t t 11
Ut to) = —i | H(tr)y dty + (—i)? H(t1)H (t2) dta dty
/ 1
R (3.18)
4 ()3 H(ty)H (to)H (t3)) dtzdtadty + ... .
1

3The full argument can be found in [24], Chapter 14.
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3.4 Time Evolution

(3.17) arises from (3.18) if the Hamiltonians commute. To see this, let S,, denote the set of
permutations o of {1,...n} and define

E, = {(tl,tg,... ) it > lo(1) > lo(2) > > lo(n) > to}.

Due to the pairwise commutativity of H(t) we obtain

/t]l 71H(t1)H(t2)---H(tn)¢ dt, - dby dty

to to

to
= [ H@)H) - H ) diy - deadi
Eiq

= 1> [HeH@) @ i (3.19)
T oEeS, Es

to to

t ot t
1
- <o [ H(t1)H(tg) -+« H(ty) dty, - - - dto dty
n'// !
t n

_ % ( A H(T)dT) ¥

because S, has n! elements all yielding the same contribution, the E, only intersect on null
sets, and

U Eo = [to. t]™

oESy

Figure 3.1 elucidates the argument for n = 2: the integration in the first two lines of (3.19)
is done over a triangle whereas in the following lines we integrate over a square. The area of
the triangle amounts exactly to half of the area of the square, as shown in Figure 3.1. The
argument generalises to higher dimensions. Finally, (3.17) arises from the infinite sum over n.

The third case occurs when H(t) is unbounded. Here, we cannot express the time evolution
explicitly — at most in form of a limit — but there are theorems from the general theory
of linear evolution equations establishing existence, unitarity and uniqueness of U (¢, ). In
[15], KATO considers the Cauchy problem for

d
T AMu=f(t), 0<t<T, (3.20)
which yields the Schrédinger equation (3.15) for A(t) = —iH(t) and f = 0. We will in the
following present two theorems of said work which will be employed in Chapters 4 and 5.
Further results by KATO can be found in [39, 40, 41]; a related work has been contributed
by HEYN [42].

Theorem 3.38. (KATO) Let X be a Banach space and' Y C X a densely and continuously
embedded reflexive Banach space. Let A(t) € G(X) for 0 <t <T, T € R, and assume that

(i) {A(t)}o<i<r is stable with constants M and j3,
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(ii) Y is A(t)-admissible for each t. If A(t) € G(Y) is the part of A(t) onY, {g(t)}ogth
18 stable with constants M and (3,

(i) Y C D(A(t)) such that A(t) € L(Y,X) for each t and the map t — A(t) is norm-
continuous (Y, X).

Then there exists a unique familiy of operators U(t,s) € L(X), defined for 0 < s <t < T,
such that

(a) Ult,s) is strongly continuous (X) in t, s with U(s,s) = 1 and |U(t, )|y < MePt=5),
(b) U(t,r)=Ul(t,s)U(s,r) forr < s <t,

(c) DU(t,s)y = —A@)U(t,s)y in X fory € Y, s < t, and this derivative is weakly
continuous (X) in t and s. U(t,s)y is an indefinite integral (X ) of —A)U(t,s)y
in t. In particular, %U(t, s)y exists for almost every t (depending on s) and equals
—A@)U(t,s)y,

(d) LU(t,s)yy=U(t,s)A(s)y fory €Y, 0<s<t<T,

(e) U(t,s)Y CY, ||U(t,s)]y < MePt=9) and U(t,s) is weakly continuous (Y) int and s,

where DT denotes the strong right derivative (X) and % the strong derivative (X) (right
derivative when s = 0 and left derivative when s = t, respectively).
The family {U(t, s) }o<s<t<T is called the evolution operator for the family {A(t)}.

The integral in part (c) is to be understood as a Bochner integral. This is a generalisation
of the concept of Lebesgue integrals to Banach space-valued functions. A rigorous definition
is provided in [16, Ch. V.5].

Every Hilbert space is a reflexive Banach space, hence the theorem at hand holds in particular
for Hilbert spaces Y. We will present the proof of Theorem 3.38 according to [15], Theorems
4.1 and 5.1, as it is instructive to see how the abstract operator U(t, s) is constructed.

The general idea is to partition [0,7] into n small intervals and to approximate the real
generator A(t) by a step function A,(¢). On each of these small intervals, A, (t) remains
constant; at the beginning of the next interval, it jumps to its new value. The finer the
partition, the better is clearly the approximation, and we will show that the step function
converges in some sense to the real generator as n — oc.

The time evolution U, (t,s) generated by the step function A,(t) is then constructed as
follows: If s and t lie both within the same small interval where A, (t) = A is constant,
Un(t, s) is simply given as exp{—(t — s)A} by STONE’s Theorem. If s and ¢ are farer apart,
U(t,s) is obtained by connecting the time evolutions over all small time intervals lying in
between. The exact time evolution operator U(t,s) arises from this in the limit n — oo,
when the step function approaches the exact generator.

Proof. Define

Ay 1 [0,T] — G(X)
b An(t) == A (T [#])

where [r] denotes the largest integer which is smaller or equal 7 (r € RJ). A, is constant

for ¢ varying over each interval [%T, %T), 7 =1,...,n, respectively. Hence it is a step
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function with n steps, each with a width of %

By assumption (iii), t — A(t) is norm-continuous (Y, X), hence

14n () = AWD)ly o x = |4 (£ [5]) = AD)[|y_x —0 (3.21)

uniformly in ¢ € [0,7] as
% F -t <% =0

{A,(t)} is obviously stable with the same constants M and [ as {A(¢)} independent of n
because the stability condition (3.13) holds by definition for every partition of [0,77]. Denot-
ing by {A } the step functions approximationg A(t), the same is naturally true for {4, (t)}

with M B

The approximating time evolution operator U, (¢, s) is defined by

—(t—s)A if s,t (s <t) belong to the closure of an interval in

Un(t,s) =e which A,,(t) = const. = A,

Un(t,s) = Uy(t,r)Uy(r,s) otherwise.

It is clear that

LU (1, 5)y = —An (U (1, 5}y (3.22)

foryEYandt;é%T,jENo,and

d

£Un(t,s)y = An(S)Un(t7 S)y (3'23)

for s # %T, j € Nog. Upl(t,s) leaves Y invariant because by assumption (ii), Y is Ay (¢)-
admissible for each t € [0,T], and consequently e=*4»()Y C Y for each s,t € [0, T).
Applying Lemma 3.36, we conclude that

k
H e 5iAn(t)) < MePlsrtFsi)
X

for each partition 0 <t < --- <t <T, hence

[Un(t, )1 = [|e (A0 (rmradlrn) ol ae

X (3.24)
< MePt—ritra—rittry—s) _ Meﬁ(t_s),
where we have chosen r1,...,ry € [0,7] such that A,(¢) is constant on [s,rn],...,[r1,1]
respectively. Analogously, ~
[Un(t,5)]ly < Me?t) (3.25)

because {A, ()} is stable on Y.
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In order to prove the uniform strong continuity (X) of U,(t,s) in ¢ and s, we note that it
suffices to show that

s-lim U, (¢, s) = Uy(t,0), (3.26)
s—0

and analogously for ¢ due to the semigroup property. But this is obvious: if we choose s and
t so small that they lie within first small interval of the partition, we have

Un(t,s) — Un(t,0)) x|l = e~ (t=9)A0) _ —tA(O)) 520,
|l ) = Un(t 0))a ] = | .

The convergence for arbitrary ¢ € [0, 7] follows again from the semigroup property.

Our next step is to show that the strong limit of U, (t,s) as n — oo exists in X uniformly
in t and s. We observe first that it suffices to prove that lim, o, Uy (¢, s)y exists in X for
ally € Y: let y € Y and suppose lim,, o Uy, (2, s)y exists in X. This implies that, for every
g > 0, there exists N € N such that

| (Un(t, s) — Unilt, s))yHX <5 Vn,m2>N.

Now let z € X and € > 0. As Y is dense in X, we can find y € Y such that ||z —y|, <
M ~'e=PT. With (3.24) we obtain

[(Un(t,s) = Un(t,9))z|| s < [(Unlt,s) = Un(t, s))(@ = y)llx + [Un(t;s) = Un(t, $)yllx
< 2M e ||z —yllx + [(Un(t, 8) = Un(t, )yllx <,
hence {U,(t, s)}, is a Cauchy sequence. As X is a Banach space, this implies

s-lim U, (t,s) =U(t,s) € X. (3.27)

n—oo

It thus remains to show that lim,,_o, U, (t, s)y exists in X for all y € Y uniformly in s and .
Using the fundamental theorem of calculus and (3.22) and (3.23), we express the difference
between the approximating time evolution operators as

(Un(t, $)Up (s, r))y ds

S

(Un<t7r) - Um(tvr))y = _/

Un(t, ) (Au(s) = Au(5)) Un(s, )y ds,

—

and consequently

[ (Unlt,r) = Un(t,r))yllx < / 1Un(t, 8)|lx [[An(s) = Am(s)lly  x 1Um(s,7)ylly ds
" (3.28)

t
< MM [y, / 140 (5) = Am(8)lly_, x ds.
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3.4 Time Evolution

where v = max{8, 3}. ||An(s) — An(s)lly_x — 0 as n,m — oo uniformly in s by (3.21),
hence we conclude the uniform existence of U(t, s) in X.

We show now that U(t, s) inherits properties (a) and (b) from the approximating operator
Un(t,s). Assertion (b) holds by construction; the upper bound for the norm of U(¢, s) is an
immediate consequence of (3.24). The strong continuity of U(¢, s) is implied by the respective
property of U,(t, s) because for z € X and € > 0,

Ut 1) - Ut 5))]|, < || (U 51) = Un(t 1)) + || (Unlts 51) — Ut 52))2]|
+ H(Un(t7 82) - U(t’ S2)>$HX :

The first and third term converge to zero as n — oo due to (3.27), and the second term
becomes arbitrarily small as s; — s2 in consequence of the strong continuity of U,(t,s)
(3.26). An analogous consideration yields sthe strong continuity in ¢.

Next we prove assertion (e). Let y € Y. As U,(t, s)y is uniformly bounded in Y by (3.25), it
contains a weakly convergent subsequence? in Y. We denote the weak limit by U®) (t,s) €Y.
On the other hand, U,(t,s)y converges to U(t,s)y in X. As a consequence of both state-
ments, U™ (¢, s) and U(t, s) must coincide, and we conclude that U(t,s)y € Y. This being
established, the upper bound for ||U(t, s)||y follows from (3.25).

The weak continuity (Y) of U(t,s) can be shown as follows: Let t; — ¢y and s; — so. By
the same argument as above, any subsequence of {U(t;,s;)y} contains a subsequence that
converges weakly in Y towards the limit U (tg, so)y = U(to, o). Hence Ul(t, s) is weakly
continuous in Y.

Before proceeding to assertions (¢) and (d), we introduce the following lemma:

Lemma 3.39. Let {A'(t)}o<i<r be another family satisfying the assumptions of Theorem
3.38 with the same X and Y and with the constants of stability M, 3, M' and 3. Let
{U'(t, s)}o<s<i<T be constructed from {A'(t)}o<i<r in the same way as {U(t,s)} was con-
structed above from {A(t)}. Then

t
(U’ (t,r) = UEt,7)ylly < M M =) Hyuy/ |4'(5) — A(3)]]y_, x ds. (3.29)

where v = max{’, E}

Proof. One estimates the norm analogously to (3.28) and takes the limit n — co. O

To show (c¢) and (d), we fix first » € [0,T] and put A’(s) = A(r) = const. for s € [0,T]. Due
to the mean value theorem for integrals® there exists ¢ € [r,t] such that

/ LAy x ds = [A©)lyx (E—7)

“See e.g. [43], Theorem IT1.3.7.
®See e.g. [44, Ch. 11.3]
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as t — [|A(t)|ly_,x is continuous. Hence the right hand side of (3.29) is of order
t
MO [yl / 14(s) — As)|],_  ds ~ Ot — 1) (3.30)

ast \, 7. On the left hand side of (3.29) we have U’(t,r) = e~ (=7)A)  whose right derivative
is given by
DFU'(t,r)y|,_ = —A(r)y. (3.31)

t=r
(3.30) implies that the difference ||(U'(t,7) — U(t, 7))yl x is at most of order o(t — r), and
together with (3.31) we conclude

DfU(t,s)y|,_, = —A(s)y, (3.32)

because U(t,s)y|,_, = U'(t, s)y|,_, by construction and the first derivative is precisely the
approximation of a function to first order.
We now fix t instead of r and put A’(s) = A(t) = const. for s € [0,T]. An analogous
reasoning yields

D;U(t,s)y|,_, = A(t)y. (3.33)

For s < t, we obtain
DSU(t,s)y = lin [ (Ut s +h)y = U(t,s)y)]

= lim [U(t,s+h)L(y—U(s + h,s)y)] ,

and by (3.32) and the strong continuity of U(¢, s) we conclude
DYU(t,s)y = U(t,s)A(s)y. (3.34)
For s < t, one computes analogously
D U(t,s)y = 1}551 [%(U(t, s)y—Ul(t,s — h)y)]
=U(t,s) D;U'(t, s)yl,_, ,
hence we conclude from (3.33) that
D U(t,s)y =U(t,s)A(s)y. (3.35)

As the right derivative (3.34) and the left derivative (3.35) agree for all s,¢ € [0, T, assertion
(d) follows. To show (c), we compute for s < ¢

Dt'FU(t7 s)y = 1}3101 [% (U(t + h,s)y — Ult, s)y)]

= %1 [ (L=U(t,t+h)U(t+ h,s)y] .

By (e), U(t 4+ h,s)y € Y, and consequently (3.34) implies

D}U(t,s)y = —At)U(t, s)y. (3.36)
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3.4 Time Evolution

The right derivative D;fU(t,s)y is weakly continuous (X) because U(t,s) is weakly con-
tinuous (Y) and A(t) is norm-continuous (Y, X). Hence —A(t)U(t, s) is measurable, which
proves the last part of (c).

At last we show that the hereby constructed time evolution operator U(t, s) is unique. Let
{V(t, s) }o<s<t<r be another family satisfying (a) and (d). Then (3.22) and (d) imply

t
(V<t7 T) - Un(ta T))y - = / V(tv 3) (A(S) - An(s))Un(sa T’)de
for every y € Y, and consequently

(V& 7) = Unlt,r))yll x < / IV (t, )l x 1AGs) = An($)lly S x [1Un(s, 7)ylly ds

< MATE) |y, / 1A(s) = An(s)lly x s,
t

where as above v = max{p, B} This expression converges to zero as n — oo by (3.21),
hence V(t,r) = U(t,r). O

When applying Theorem 3.38 to concrete situations, it is sometimes difficult to verify con-
dition (ii). The following lemma gives a criterion that is sufficient for (ii) to hold, and might
be easier to prove. In fact, we will use precisely this condition in Section 4.2.3.

Lemma 3.40. Condition (ii) in Theorem 3.38 is implied by

(i1’) There is a family {S(t) }o<i<T of isomorphisms of Y onto X such that
(1) SHA#)S(t)~ = AL(t) € G(X) for0<t < T,
(2) {A1(t)}o<i<T is a stable family with constants My and By,
(3) there is a constant v € R such that | S(t)|ly_x <7 and HS’(t)*lHX_A, <7,

(4) {S(t)}o<i<T is of bounded variation with respect to |||y _, x-

In particular, {A(t)} is stable with constants M = My ™1V and B = By, where V. denotes
the total variation of S(t).

Proof. [15, Proposition 4.4]. According to Lemma 3.34, (ii’) implies that Y is A(t)-admissible.
Let A(t) € G(Y) be the part of A(t) on Y. By definition,

D(A1(t)) =D(SHAD)SEH) ™) = {z € X : S(t) 'z € D(A(t)), A®#)S(t) 'z € Y}.
Hence A;(t) + A = S(t)(A(t) + A)~1S(t)~! for any A, and consequently

(A +A) = SO (Ai(t) + N)'S @),
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which leads to

k k
[T A=A = [] () Ra(=Ar(t;)S(1). (337

With

we can express (3.37) as
S(t) ! [ Ba(=Ar(t0))(1+ PO RA(=Av (i) -+ (1+ P)Ra(—Au(01) | S(t). (3.38)

The X-norm of the expression within the brackets in (3.38) has the upper bound

| RA(—=A1(tr)) PeRA(—A1(tp—1)) Pr—1- - PaRA(=A1(t1)) |l x

+ | RA(=A1(tk)) - - Ba(—=A1(t)) | x »

where ]ij signifies that this factor of the product is left out. Since {A;(t)} is stable, this is
bounded above by

k
(A= B0) | ME | Pllxc - 1 Pallx + My~ ) Pallx
j=2

Billy 1Pl + .

k
+M1D || Pylly + My
j=2

according to Definition 3.35. It can easily be verified that this equals
My (A= B1)H(L+ My [|Pllx) -+ (1+ My || Pl x)- (3.39)

We recall that || Pl < v [|S(tj) — S(tj—1)lly_,x by assumption and that S(t) is of bounded
variation (Y, X). Due to (3.39), the X-norm of (3.37) has the upper bound

My (1+ My ||S(tr) = S(tre—1)lly—x) - (L + 7M1 ||S(t2) — Sty x) (A= B1)~F
< M2 exp {y My [|S(tr) = S(ta-1)lly L x } - -exp {yM1[[S(t2) = S(t1)lly . x J (A = B1) 7"
< Myy2e™MV (X — B)7F,

where V' denotes the total variation of S(¢) as in Definition 3.1. Hence we have shown that
{A(t)} is stable with constants M = My~y2e"™1V and 3 = f. O
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3.4 Time Evolution

Finally, we replace condition (ii) by a more abstract condition. This enables us to drop the
requirement of Y being reflexive, and besides to expand the assertions of Theorem 3.38 by
two new statements.

Theorem 3.41. Let X, Y be Banach spaces, Y C X densely and continuously embedded
and A(t) € G(X) for0 <t <T, T € R{. Assume (i) and (iii) of Theorem 3.38 and replace
(ii) by
(11”) There is a family {S(t)}o<i<T of isomorphisms of Y onto X such that

(1) t— S(t) is continuously differentiable (Y, X),

(2) S(HA@)S(t)~ = A(t) + B(t) where B(t) € L(X),

(3) t— B(t) is strongly continuous (X ).

Then conclusions (a) to (e) of Theorem 3.38 are true. Further,
(f) U(t,s) is strongly continuous (Y ) jointly in t and s,

(g) for each fizedy € Y and s € [0,T], %U(t, s)y exists for allt > s, equals —A(t)U(t,s)y
and is strongly continuous (X ) in t.

The complete proof can be found in [15] (Theorems 5.2 and 6.1). We will in the sequel
briefly present the main ideas of the argument.

Outline of the proof. One shows first that assumption (ii”) implies (ii’) with A;(¢) = A(t) +
B(t). This follows because the stability of {A(¢)} implies the stability of A(t) + B(t) for
uniformly bounded B(t) (Proposition 3.5 in [15]). S(¢) and S(t)~! are both norm-Lipschitz
continuous (X,Y’) and hence of bounded variation.

The generalisation from Y being a Hilbert space to it being a mere Banach space only affects
the proof of assertion (e) in Theorem 3.38, where we have used that the bounded sequence
U, (t,s) has a weakly convergent subsequence in the Hilbert space Y. This also concerns
assertion (c), which builds upon (e).

Instead of using the reflexivity of Y, one shows now that W (¢, s) := S(t)U(t, s)S(s) ! belongs
to £(X) and is strongly continuous (X) jointly in s and ¢t. We refrain from expanding on this
step here — it works analogously to the respective part of the proof of the following Theorem
3.42, which we will discuss in detail.

These properties of W(t, s) being established, assertion (e) follows because for y € Y,

Ut s)yll =[SO W (2, 5)S(s)ylly <V IW(E8)lx Nylly -

where 7 is the common upper bound of S(¢)~! and S(t) from condition (ii’). Hence
U(t,s)Y CY and U(t,s) is strongly and thus weakly continuous (Y') in s, t.
The joint strong continuity (Y') of U(t, s) claimed in (f) is obvious because for y € Y,
[Tt 51) = Ulta52))yly = [ (S() Wt 51)S(51) = S(t2) ™ W (12, 52)S(52)) ]l
< 2 Wt 51) — Wta, 52)ll Il

and W(t,s) is jointly strongly continuous. Further, A(t)U(t,s)y is continuous (X) in ¢,
which together with (c) proves (g). O
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A result very similar to KATO’s theorems, but under different assumptions®, has been
achieved by YOsIDA [16]. The author constructs the solution of the Cauchy problem
dx(t)
dt

and proves several properties of the time evolution operator. Note that as opposed to (3.20),
the generator A(t) of the evolution in (3.40) exhibits the opposite sign.

= A@)z(t); =(s) =y (3.40)

Theorem 3.42. (YOSIDA) Let X be a Banach space and A(t) : X O D(A(t)) — X for
t €[0,T). For anyn € N and 0 < s <t <T define Up(s,t) € L(X) by

Upn(t,s) = =9 A(STT) if Pl <cgs<t< %T for 1<j<n

n =

Un(t,s) =Un(t,r)Un(r,s) if 0<s<r<t<T.

Assume that
(i) D(A(t)) = D is independent of t and dense in X,
(ii) RA(A(t)) € L(X) for every A >0, t € [0,T), such that |[Ry(A(t))| x < % for A >0,
(iii) A(t)A(s)~t € L(X) for s,t €[0,T],
(iv) Define C(t,s) :== A(t)A(s)~t — 1. For each x € X,
(1) (s,t) = A-C(t,s)z is bounded and uniformly continuous in t and s, t # s,
(2) C(t)x := nlgrolo nC(t,t — L) exists uniformly in t,
(3) t — C(t)x is norm-continuous.
Then it holds for every x € X and 0 < s <t < T that

(a) le Un(t,s)x = Ul(t,s)x exists uniformly in t and s,

(b) fory € D, the Cauchy problem
dx(t)

dt
is solved by x(t) = U(t, 8)y with [(0)]lx < Iyllx.

= A(t)x(t), =(s) =y, x(t) €D

(c) Ul(t,s) is uniformly strongly continuous jointly in t and s,
(d) U(t,s) leaves D invariant.

The construction of U(t, s) is exactly the same as in Theorem 3.38. For n € N, the approxi-
mating time evolution U, (¢, s) equals

Un(t,s) = Un(t: 3 [7])Ua( [7] 5
_e(t—z[%])A(TW]) 7

5Yo0sIDA’s assumptions are in fact equivalent to the assumptions KATO makes in [39]. A rigorous proof of
this statement is given in [36].

(I7

(3.41)
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Figure 3.2: Partitioning of [0,7] into n = 10 small subintervals. The interval [s,t] is high-
lighted in blue, the intervals contributing to m,,(t, s) are marked red.

The construction is easier to grasp for 7' = 1: in this case, (3.41) can be written more
compactly as

Un(t,s) = U (8, 20) 0, (12, 1) o (i)

([t 4 ([ [ns]+1 ) ,(Ins] (3.42)
:e( ")(”)e(" )(")

Note that not all intervals are of equal length. As can be seen in Figure 3.2, the length of
the first and the last interval, [57% ([%] + 1)) and [% [”Tt} ,t), may be smaller or equal %
whereas all intervals in between have a length of exactly %

We present a proof of this theorem which is taken from [16, Ch. XIV], Theorem 1, [14],
Theorem X.70, and [35], Lemma 3.12. We adapt the proof in such a way that 7' may be any
non-negative finite number and is not confined to the case T' = 1.

Proof. Define
Wi(t,s) = A(t)Uy,(t, s)A(s) L. (3.43)

Our first step is to provide an estimate for |W, (¢, s)z||y, * € X. We abbreviate |-||y by
|I]l. Then

A aG D)

G AT ()7 A2 [3]) A

n n LT

Wa(t,s) = A(t)e@*% [FDAG]

3.44
G (Fn .

~—

Using the fact that a semigroup commutes with its generator (Theorem 3.29) and the defi-
nition

C(t,s) = A(t)A(s)™t =1

from assumption (iv), we can rewrite (3.44) as

Walt,s) = (1+C (6.2 [%]) )

LE (] = 1) (349
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Expanding the product within the square brackets in (3.45) yields

n n

Un(t,s) + Un (t, L) C (@ M) U, (Lt 5)

(3.46)

where we have grouped together those terms of the expansion which contain equal numbers
of C(t, s), respectively. Introducing the notation

WTS'O)(t’S) = Un(,S),
(7]
W) = Un (8, 52) € (T, 280) U, (B2.5).
=[]+
[nTt] Um—1—1
wim(t,s) = Y Un(t,%)c(%,wwﬂ%’%).

'0252’ T(url)) U, (TUWH’ Tum) C (Tum T(um71)> U, (Lom s)

n n n n

we write (3.46) as

Wt s) = (11 +C (¢, L 2] ) [W7§0> (t,8) + WO, 8) + - + Wimnt) g, s)} -
T

where
my(t, s) = max {m € N: [2] + m < [2] } € No. (3.48)

As shown in Figure 3.2, m,(t, s) is the number of intervals between [%] and [”Tt], hence
my(t,s) + 1 is the number of factors in (3.41). Define

N := sup H%SC(t, s) ’ , (3.49)
5,t€[0,T]
s#t
which is finite by assumption (iv). We note that
[Un(t, s)|| <1, (3.50)

as assumptions (i) and (ii) imply by the HILLE-YOSIDA theorem that A(s) is the generator
of the contraction semigroup {e*4(*)};~o. With (3.49) and (3.50), we estimate the norm of
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nt
[T] Um71—1
[wime,s)|| < Y o (e || o (T, Teen)|
w=[TFlHm  um=[F]+1
nt
[T] umfl_l
NT\™
< (1) S
I
Analogously to the argument in (3.19), we bring the sums into a form where uy,..., up,

vary over the same region H%] +1, [”Ttﬂ As shown in Figure 3.1, we morally change the
domain of summation from a triangle to a square (or their higher-dimensional analogues,
respectively), which yields a factor % Thus

Hw,gm>(t, S)H s <J\;T>m ([”%] - ([¥] +1)) _WE-s)" 3.5)

m! m! ’

where we have used that [kt] — [ks| < k(t — s) + 1 for k > 0. Hence the desired estimate for
Wiy (t, s) is given by

W (t, s)|| < (14 LN)2 N=s) < (1 4 TN)2 NT. (3.52)

Our next task is to establish the convergence Uy, (¢, s) — U(t, s) in the limit n — oco. Similarly
to the proof of KATO’s theorem, we will express the difference between U, (¢, s) and Uk(t, s)
by the difference of their generators and thus show that {U, (¢, s) }nen is a Cauchy sequence.
To this end, we need to compute the derivatives in ¢ and s of the approximating operators
Un(t, s).

We note first that U, (t,s) leaves D invariant because for y € D(A(s)) = D,

LA T (t, )yl = [Wat,s)A(s)yll < (1+ LX) NE9) | A(s)y| (3.53)

by (3.52), which is finite as y € D. Consequently, U,(t,s)y € D(A(t)) = D. This implies
that U,(t, s)y is differentiable at ¢ # 2 and at s # Z, j = 0,...,n. The derivatives can be
calculated as

n (5[] 9)y (3.54)

e T
dt t
= A [7]) Un(t, )y
and
T /ns Tns
ntssty = 400 (0.5 ([5] + 1) lFCFIDDAGEED,
= ~Unt:9)A (5 [F]) v
for y € D in both cases. Taking z = A(0)y, we see that for every y, the t-derivative (3.54)
is bounded, except at t = £, j = 0,1,...,n, because
GUn(t )y = A (3 [F]) AT AU, ) A(9) T A(s)A(0) ! (3.56)
= (1+C (£ [%].1)) Wa(t,s)(1+ C(s,0)), '
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and consequently

14U, (t, s)y|| < (L+]|C (£ [Z],¢)]]) (L +[IC(s,0)[) [Walt, s)] - (3.57)

This is bounded uniformly in ¢ and s by (3.49) and (3.52). As C(t, s) is strongly continuous
by assumption (iv), Uy, (t, s)y is moreover strongly continuous in ¢ and s, except at t = %,
j=0,1,....n

Analogously, we find that the s-derivative (3.55) is also bounded and strongly continuous in

t and s, except ats:%,j:(),l,...,n, due to
20t ] < 106 1A 5 [5) 40) .
<(+[C G [#]0)])

as a consequence of (3.50).
We show now that {U,(t,s)z}nen is a Cauchy sequence for every x € X. Let n,k € Ny.
Then

(Uk(t, s) — Un(t, 5))A(O)71x

t
/jT w(t, ) Ug(r, S)A(O)_1$)dT

Il
m\
-~ g

hence

[(Uk(t, 8) = Unl(t, 5)) A0) ]|

<N+ sN) (L4 T (2 1] = F 1] (14 N (= F T )0 ol ar

[\

< N(L+TN)e NTuxu/n ] - F (5] 0+ 5) (1+ 29’ an

which converges to zero when n,k — oo. Thus {U,(t,s)}nen is a Cauchy sequence and
due to the completeness of X, lim, o Un(t, s)A(0) "1z exists uniformly in ¢ and s. As
D = D(A(0)) is dense in X and Uy(t, s) is uniformly bounded by (3.50), we conclude that
lim;, 00 Un(t, s)z exists for every € X uniformly in ¢ and s. This proves assertion (a).

It is clear that |U(t,s)|| < 1 and U(t,s)U(s,r) = U(t,r) for r,s,t € [0,7]. We deduce
further that U(¢, s) is uniformly strongly continuous jointly in ¢ and s: Let (¢,s) — (to, So)
and assume without loss of generality that ¢ < ¢g. Then

[U(t,5) — Ulto, so)|| < [|U(¢,s) = Un(t, s)|| + [|Un(t, s) — Un(to, s)||

3.59)
+ [|Un(to, ) — Un(to, s0) || + [|Un(to, s0) — U (to, so)l| - (
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The first and the last term converge to zero by (a). As ¢\ to, t eventually ends up within
the interval [% ["Tto] ,to], hence the second term in (3.59) converges to

t—to
—

He(t—to)A<£[nTm]>Un (L [nta] ,s)’ 0.

An analogous consideration yields that also the third term in (3.59) becomes arbitrarily
small. Thus we have shown assertion (c).

Our next step is to examine the behaviour of the sequence {W,, (¢, s)},en. We state the
result in form of a lemma; its proof will be shown below.

Lemma 3.43. Let s,t € [0,T], s <t. Then, with the definitions of Theorem 3.42 and under
assumptions (i) to (iv),

s-lim W, (t,s) = A()U(t, s)A(s) ™t =: W(t, s)

n—oo

exists. Further, W(t, s) is strongly continuous jointly in t and s and
W (8, 5)]| < N9,
where N is defined as in (3.49).

With this result we can show that U(t, s) is indeed a time evolution for A, i.e. that it solves
the Cauchy problem (b).
Let y € D. Then

AU (L, )y = Wa(t, s)A(s)y —5 W (L, s)A(s)y, (3.60)
where the right hand side is uniformly strongly continuous in ¢ and s, and besides
Un(t, s)y == U(t, s)y. (3.61)

Both strong limits (3.60) and (3.61) exist boundedly and uniformly in ¢ and s. As A(t) is
closed as a consequence of the HILLE-Y OSIDA theorem, we conclude that

U(t,s)y € D Yy € D,
which proves assertion (d). Moreover, this implies
AU (t,s)y = W(t,s)A(s)y. (3.62)
Thus

(3.63)
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by (3.54), (3.62) and Lemma 3.43, which implies that
LUt s)y = ABU(, )y, (3.64)

This shows (b), and thus finally concludes the proof of Theorem 3.42. O

The proof of the auxiliary Lemma 3.43 is essentially taken from [35], Lemma 3.12. As in
the proof of Theorem 3.42, we have slightly generalised the argument in order to comprise
arbitrary T € ]RE{.

Proof of Lemma 3.43. We already know from (a) that WT(LO)(t, s)x = Uy(t, s)x converges for

all z € X as n = oo. Our aim is now to show the convergence of Wy(lm) (t,s)x for arbitrary
m.
Let m € Nand s,t € [0,T], s < t. With all objects defined as in Theorem 3.42, we introduce

T [nt
5[7] Um—1—1
B = YD e S DT o (T Tl g (T
w=L[Hm =L (50
U (P T ) 0 (g, =) U (T )

: R{M Tul)(tl) o ]]-{T(umfl) Tum)(tm%

and for s <t,, <-.-- <t <t,
FU () = U 1) C () U (b1, 82)C(t2) - Ultm—1, tn)C(tm)U (tm, )z, (3.65)
with
Ct)xr = nh_}ngo nC(t,t — L)z
as defined in assumption (iv). Further, we put
t ty tmo

W (t, s)x :// / F (.t dy, - - - dty. (3.66)

The integral exists because ¢t — C(t)x is continuous according to assumption (iv). In the

sequel, we will show that wim (t,s)z converges to W™ (t, s)x as n — oo for each m. To
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3.4 Time Evolution

—~

this end, we express an) (t,s)x as an integral. Consider first the case m = 1. Then

7]
Wt s)z = Z (Z;L“, L“{D) Up (L2, 5) 2

Ca i
i
_ / dty 10 (1)
T rns
a2l

by substituting ¢; — %tl. For generic m € N, we obtain

T [nt T [nt; T |ntm—1

7] mikal w

Wi (t,s) = / dty / dty - - / Aty £ (t1, b2, . . . tm). (3.67)
T([Em-1) (B ]em—2) Ak

The f,(lm) (t1,...,tm) are uniformly bounded: With (3.49), (3.50) and the consideration

T

<|/ 1 1t 1y () =L al,

n 'n
0

1 () 1) (t)z

< X 3 @ ) o (e )|

ﬂ[T(ulq) Tul)(tl) IL{T(umm Tum)(tm) ||l
L7 11
< D ST (L)
w=L[Bm  w=L[%]n

Each of the sums may contain at most n terms, as the whole interval [0, 7] is divided into n
parts and [s, t] is a subinterval of [0,7]. Hence we conclude

(41t H (NT)™ ||| - (3.68)
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Our next step is to show that f,gm) (t1,.. . tm) = fO(t1, ... t,m) as n — co. This is easiest
to see for m = 1:
For t; € [s,t], there is for every n some I, € {0,...,my(t,s)} with my(t,s) defined as in

(3.48) such that
e D5 +0), Z([F] +l+1)).
Hence
|F @) = s
- HU(t,tl)C(tl)U(tl, s) — U, (t, T (28] +1, + 1)) n.

T

1o+ 1), T ([5] + 1) )Un(Z ([5] + 1) s 5)a
since all other contributions to the sum vanish. As n — oo, we have % ([%] + 1, + 1) — 1
because the width of the intervals of the partition becomes arbitrarily small in this limit.
The convergence follows from this as (¢, s) — U(t, s)x and t — C(t)x are continuous,

)

n—oo

sup U (1 ) — Un(t s)all 25 0
$,t€[0,T7]
s<t
and
sup H%C’ (t,t— %) x — C’(t)x” 70
te[%,T]

for all x € X. The case m # 1 works analogously.

This result and the uniform boundedness (3.68) of f,(Lm) (t1,...,tm) enable us to apply the
theorem of dominated convergence. With (3.67) we obtain

Tln T |ntm-1
7] n{ T ]
Wit )z = dty - - / dtm FU (1, .. tm)
%([%Hm 1) (7] (3.69)

oo, /dt1 /dtmf( (t1,. .. tm) = WL, 5)z,

Sl

n—oo

where we have exploited that % [”T] 2 tand L ([%] +p) 270 s for p € N.
Taking n — oo implies that my(t,s) — oo in (3.47) due to (3.48). Therefore,

W(t,s)x = li_)m Wi(t, s)x

- (1O E ) S wrea (i CEED e

n—o0
m=0

= i W) (¢, )
m=0
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3.4 Time Evolution

exists according to (3.69) and (3.52), and

W (t, )z = lim [|Wa(t, s)z|l < VO ]

Moreover, W (t, s) is uniformly continuous jointly in ¢ and s because (s,t) — W™ (¢, s)x is
continuous and the series in (3.70) converges uniformly. O

When applying YOSIDA’s theorem to physical problems, assumption (iv) is usually the most
cumbersome to verify. There is however a recent work by GRIESEMER and SCHMID, which
shows that this rather involved formulation is equivalent to a much simpler condition.

Lemma 3.44. Assumption (iv) in Theorem 3.42 is equivalent to
(iv') t — A(t)x is continuously differentiable with respect to the norm of X for every x € D.

Proof. [36], Theorem 2.2. O

It finally remains to establish the unitarity of the time evolution operator, whose existence
and uniqueness under suitable assumptions has been proved in Theorems 3.38, 3.41 and
3.42. To this end we quote (the main part of) Proposition 3.16. from [35] and also present
the proof as it is given there, adapted to the general case where T is not bound to equal 1.
With the sign convention of (3.40) as used in YOSIDA’s theorem we find

Theorem 3.45. Let A(t) : X D D — X be a linear map for each t € [0,T], generating the
evolution operator {U(t, s) }o<s<t<T-

(a) Let t — A(t)x be norm-continuous for each x € D. Then U(t,s) is isometric for all
s,t €10,T], s <t, if A(t) is skew symmetric for each t € [0,T].

(b) Let t — A(t)x be continuously differentiable for each x € D. Then U(t,s) is unitary
for all s,t € [0,T], s <t, if A(t) is skew self-adjoint for each t € [0,T].

Proof. For part (a), let x,y € D. Then due to the skew symmetry of A(¢),
i (U, 9)z, Ut s)y) = (AU (L, )z, U(t, s)y) — (AU (t, s)a, U(t, s)y) = 0,

and hence
(U(t, )z, U(t, s)y) = (U(t, s)z, U(t, s)y) |t:s = (z,y)

for all z,y € D and s,t € [0,T], s < t. This shows the isometry of the time evolution.
To prove part (b), it remains to show that

U(t,s)U(t,s)" = 1. (3.71)
Our strategy will be the following: we approximate U (¢, s) by Uy,(t, s) as in Theorems 3.38

and 3.42. Noting that U,(t, s) is unitary for each n € N, we conclude that also the limit
U(t,s) must be a unitary operator. This conclusion can however not be drawn immediately,
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as the strong limit of a sequence of unitary operators is always isometric but not necessarily
unitary”. Therefore we prove first that

U(t, s)Upn(t, )"z =25 . (3.72)
This will be achieved by observing that

U(t,s)Un(t,s) x —x = Uy(t,r)U(r,s)Up(t, s :U} (3.73)

r=s’

which can be estimated employing the methods of the proof of Theorem 3.42. From (3.72)
we deduce then that (3.71) holds true.
To make these ideas rigorous, we define

Alt) == A(t)-1,
Un(t,s) = Upn(t,s)e %),
Ult,s) = U(t, s)e ),
Wit,s) = AWU(t,s)Als)7,
Va(t,s) = A(s)Unl(t, ) (t)*1
Ct,s) = A()A(s)™!

Un(t,s) is clearly unitary because each of the factors in (3.41) is unitary as a consequence
of STONE’s theorem. From the proof of Theorem 3.42 we infer that

Un(t,s)e"™ 9z = Uy (t, s)x =225 UL, s)a = Up(t, s)e"a (3.74)
for all z € X, and accordingly

<U(t7 S)Un(ta S)*x7 y> = <J}, Un(tv S)U(ta 5)*y> (3 75)

220 (w, U, s)U(t, 8) y) = (U(t, s)U(t,s) z,y) '
for all z,y € X. Using the skew self-adjointness of A(t), we expand 17n(t, s) analogously to
(3.44) and (3.45) and obtain

(
AGER) L GEAGED (1062 m,09).
(

We note that the above product contains my, (t, s) + 2 terms of the form (1 + C(., 3)), with
my(t, s) as in (3.48). Analogously to (3.49), we define

N:= sup Hi@(t,s)” (3.76)
$,6€[0,T]
sF#t

"See [45, Ch. 1], Remark 4.10.
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3.4 Time Evolution

and, using the fact that A(t) generates a unitary group for each ¢, estimate
~ ~ N\ mn(t,s)+2
|Vatt. )| < (14 22) . (3.77)

By definition (3.48), my(t,s) is the largest integer such that my(t,s) < [2¢] — [22]. As
3]~ [#] < B9+ 1.

mn(tu S) < %(t - 3) +1,

and we conclude

Vol(t, s)H < (1 + @)W)’

n

s (3.78)
< (1 + %)?%N(t—s)‘

We can now proceed to proving (3.72). For r € (s,t) and r # %T, j=1,...,n, (r lying
between s and ¢ but not coinciding with any of the borders of the enclosed subintervals),

d% <Un(t, r)U(r, s)Un(t, s)*a:)
= Un(t,r) (A(r) = A (% [%])) Ur, )Un(t, s)"@
=www(-ﬂ%%b ) AU, 9)Un(t5)"
= —C (L [%].7) A()U(r, 5)A(s) " "= A(s)Up(t, 5)* A(t) " A(t)
= —C (L [%].7) W(r,s)e"Va(t, ) A(t)z.

The norm of W(t, s) can be estimated analogously to the reasoning in (3.44) until (3.52)
and Lemma 3.43, yielding

HW(t, s)H <(1+ 1\7)2 N(t=s) (3.79)

Hence we gather from (3.76), (3.78) and (3.79) that the map r — Uy, (t,r)U(r,s)Uy(t,s)*x
is continuously differentiable for r as specified above. In particular,

‘ 4 <U (t,m)U(r,s)Un(t, s)*a:)H < ?(1 +N)? (1 n ?)3e(ﬁ+l)(rfs)eﬁ(tfs)
< FL(1 4 N2 (14 52) 0T | Fgya

As this is clearly bounded uniformly in n we conclude, recalling (3.73), that

o

t

U (¢, 8)Un(t, 8)"z — 2| = /;T(U (t,r\U(r, )Un(t,s)*:r>dr

s

< ¥(1 N2 (1 n ¥>3e(2ﬁ+1)T H‘Z(t)xH (t—s)
—0 as n — oo,
hence
Ut,s)Un(t,s) 'z 2=5
Thus it holds for all z € D, y € X, s,t € [0,T], s < t, that
(U(t,s)U(t,s) z,y) = nlggo (U(t,s)Uy(t,s)"x,y) = (x,y), (3.80)

which finally implies (3.71). O
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3.5 INEQUALITIES

In the last section of this preparatory chapter we introduce two forms of GRONWALL’s lemma.
It provides us with a tool to bound a function satisfying a certain differential (3.46) or integral
(3.47) inequality by the solution of the corresponding differential or integral equation.

Lemma 3.46. (GRONWALL) Let T >0, f:[0,7] — R continuous and

SH < g()7(2) + bt

for integrable functions g, h : [0,T] — R{. Then

¢
f(t) < f(O)—i—/h(s)ds eJo 9(s)ds
0

for all t € [0,T7].
Proof. [37], Appendix B.2j. O

Lemma 3.47. (GRONWALL-BELLMAN) Let u and f be continuous and non-negative func-
tions defined on J = [a, B], o, B € R. Let ¢ be a non-negative constant and

t
u(t) < c+/f(s)u(s)ds , ted (3.81)
Then .
u(t) < cexp /f(s)ds , ted (3.82)
Proof. [38], Theorem 1.2.2. O
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4 EXISTENCE AND CONVERGENCE OF THE TIME
EVOLUTIONS

In Chapter 2, we have motivated the semiclassical Hamiltonian H)(¢) (2.3) and argued that
it can be approximated by Huo(t) (2.7) if the wavelength of the external field is sufficiently
large with respect to the atomic length scale. With the conventions e = h =1 and m = %,
(2.3) and (2.7) read

A0+ V() (4.1)

Hy(t) = (—N A
AL(0,8)2+ V(). (4.2)

_1

(&
Hy(t) = (-iv-1
Here, V : R? — R is a real-valued function and V(-) denotes the respective multiplication

operator on L?(R%). For convenience, we will in the following refrain from the distinction
between function and multiplication operator and use the notation V = V(+).

Now we make the heuristic argument from Chapter 2 rigorous. First, we phrase the above
demand for well separated length scales in a more precise way in form of a limit. We are
free to choose between two options: either we consider A to be fixed and let the separation
between electron and nucleus tend towards zero; or we proceed conversely, keeping the coor-
dinates of the electron undisturbed and sending the wavelength towards infinity. We will in
the sequel take the second path and examine the simultaneous limit A, ¢ — oo such that the
frequency w of the radiation, and consequently the energy transferred to the atom, remains
constant.

The next step is to clarify which criterion distinguishes a good approximation. Assume we
start at time tg with some initial wave function ¢ and let it evolve separately under the time
evolutions Uy (t,t0) and Ux(t,%o), generated respectively by H,(t) and Hso(t). It seems
sensible to speak of a good approximation if these evolutions do not differ considerably: the
distance between U\ (t, tg)Y and Uy (t,10)1 should be small in order for the dipole approxi-
mation to be valid. As the L?(RY)-norm provides a natural choice of distance, we infer that
the quality of the approximation should be determined by

[(Ux(t,t0) — Uso(t, o)) || -

Hence our goal will be to prove that the exact time evolution U, (¢,tg) converges strongly to
the approximated time evolution U (t,tg) in the limit A\, ¢ — oo with w kept constant.

In Chapter 2, we have already invoked the example of a plane electromagnetic wave (2.5).

Noting that the dependence on A is merely in the fraction ¥ and that w occurs coupled to

t, we write the external field A (x,t) such that it has no hidden dependencies on \, ¢ or w,

Aj(x,t) = Sa (§,wt) , (4.3)
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with a independent of said variables. In Section 4.1.2, we will see that at least in the two
experimentally most relevant cases — plane waves and laser pulses — this form can be achieved.
The representation (4.3) is advantageous as it allows us to perform the limit A\,¢ — oo in a

more straightforward way. Moreover, insertion of (4.3) into the Hamiltonians (4.1) and (4.2)
results in

Hy(x,t) = (—iV — 1a (%,wt))? + V(x), (4.4)
Hoo(x,t) = (=iV — La (0,wt))? + V(). (4.5)

1
w

Hence H,(t) does not depend on ¢ any more, and the dependence on A is restricted to the
first argument of a.

Thus prepared, we proceed to the main theorem of this chapter, which establishes in partic-
ular the convergence of the time evolutions in the limit of infinite wavelengths.

Theorem 4.1. Let T > 0 and define Hy(t) and Hoo(t) as in (4.1) and (4.2). Assume that
(A1) V € L2 (RY) and V << —A,

(A2) Ax(x,t) can be written as in (4.3), with a € C2(R4T1, RY) independent of \, w, c,
(A3) V -a(x,t) =0,

(A4) H({)gai(-,t)H < C < oo uniformly int fori=1,...,d and j =0,1,2.
Then fort € [0,T],
(1a) Hy(t) and Hoo(t) are self-adjoint on D = D(H\(t)) = D(Hy(t)) = H?(RY),

(1b) Hy(t) and Hx(t) each generate a unique family of unitary evolution operators
{Ux(t, to) bo<to<t and {Uss(t,t0) }o<to<t, respectively,

(1c) Ux(t,to) and Ux(t,tg) are strongly continuous jointly in t and tg,
(1d) Ux(t,to) and Ux(t,to) leave D invariant.
Furthermore,

(2) for € L*(RY), 0<to <t <T,

)\ILH;O H (U)\(t,to) — Uoo(t,to))iﬁH =0,
c—00
w=const.

where the limits A\ — oo, ¢ — 0o are taken such that w remains constant.

4.1 ON THE ASSUMPTIONS

To assure the physical relevance of Theorem 4.1, we first examine the assumptions. We show
that the possible potentials conclude N-electron atoms, even molecules, and verify that the
electric fields permitted by (A2)-(A4) describe the experimentally relevant cases.
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4.1.1 POTENTIAL

A molecule with N electrons and M nuclei in three dimensions is described by the potential

1 &z
Vinol (X1, -+, Xn Ry Rag) = ) o] > R
1<i<j<N Xi— X i=1 j=1 [xi J
SIS == (4.6)
- _ZiZ
1<i<j<M Ri — Ry|’
<J>

where x; are the positions of the electrons, R; the positions of the nuclei and Z; the atomic
numbers of the respective atoms. For M = 1, (4.6) describes a single atom with N electrons.
The proof that Vi, fulfils assumption (A1) arises from the following two theorems from the
textbook of REED and SIMON [14].

Theorem 4.2. Let V € L?(R3) + L*°(R3) be real-valued. Then V << —A, where —A
denotes the three-dimensional Laplace operator.

Proof. [14], Theorem X.15. O

Here, V € L?(R3) 4+ L>®(R?) means that there exist V4 € L?(R?) and V5 € L*(R3) such
that V = Vi + V4. Clearly, L*(R?) + L>®(R3) C L (R?) — the L>-part is square integrable
on every compactum, and the L?-part is naturally everywhere square integrable. In other
words, LIZOC(R3) permits an L2-singularity on every compact set whereas for elements of
L?(R3) + L>(RR?), the singularity is restricted to one closed ball. The most relevant example
is the Coulomb potential, which we will analyse in detail shortly.

Theorem 4.3. Let {Vi}1<k<n be a collection of real-valued measurable functions with Vi, €
L?(R3) + L>=(R3) for each k. Let Vi,(xz) be the multiplication operator on L?(R3N) obtained
by choosing xj to be three coordinates of R3N. Then lecvzl Vi(xk) << —A, where —A
denotes the Laplace operator on R3N.

Proof. [14], Theorem X.16. O

Let us consider the hydrogen atom with its nucleus at R = 0. Assumption (A1) is fulfilled
because

Viydrogen () = —‘i‘ = —ﬂ{x|<1}|i| - ﬂ“’"“ﬂi\’
where
|-oeug], =
and

1
o] =
[e.e]

hence the first summand is in L?(R?) and the second one in L>®(R?). Viydrogen 15 thus an
element of L%OC(]R?’) and, as a consequence of Theorem 4.2, Viydrogen << —A.
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The infinitesimal boundedness of an atom or molecule described by (4.6) is given by Theorem
4.3: Define

1
Vij(xi — xj) = m , (4.7)
Z.
Vaij(xi —Ryj) = \X,,—iJRJ\ ) (4.8)
Z; 7 ;

Then
N M
Vinol = E Viij + E E Vaij + E V3.4,
1<i<j<N i—1 j=1 1<i<j<M

and analogously to the potential of the hydrogen atom,
Viyijs Vayij, Vaug € L*(R®) + L°(R?)

for1<i<N,1<j;< M.

One might be inclined to draw the conclusion that the dipole approximation may be applied
to electrons in external fields which are confined to any atomic or molecular potential. This
is however only partly true: if the electron in question interacts with other electrons, and
besides with nuclei that may not be considered static, the Hamiltonian H)(t) does not
describe the situation sufficiently well any more. In addition to the external electromagnetic
field, we would then have to take into consideration the fields generated by the other particles,
which influence the electron’s motion as well. Hence, in practice, the dipole approximation
will only be applied if this influence is negligible, for instance in Rydberg atoms or atoms
with a single valence electron.

4.1.2 EXTERNAL FIELD

Let us now examine the assumption on the external electromagnetic field. We work in the
Coulomb gauge, hence assumption (A3) is always fulfilled. Whereas assumption (A2) is
needed for the scaling, it is physically reasonable to assume (A4): it states that the vector
potential, the electric field an the latter’s time derivative — related to the rotation of the
magnetic field — are uniformly bounded during the compact time interval [0, 7.

As a first example we consider plane wave solutions of the vacuum Maxwell equations,

E(x,t) = Ecos(k-x —wt)e, k-&=0, (4.10)

where w = % and k| = 27” In practice, such electric fields are realised by continuous wave

lasers. The electric field (4.10) is generated through (2.2) by the vector potential

B 21 -
A,\(x,t) = %sin <;k‘ “X — wt) €

as can easily be verified. Putting

a(x,t) = Esin(2rk - x — t)é,
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we see that assumption (A2) is obviously true. Assumption (A3) is easily verified because
V-a(x,t) = 2rcos(2mk - x — )k - £ =0
due to (4.10). Assumption (A4) is also clear as
Hag'ai(-,t)H < |E| < oo.
o0
Hence plane electromagnetic waves are covered by Theorem 4.1.

Another relevant solution of the sourceless Maxwell equation are laser pulses,
E(x,t) = Eg(x,t) cos(k - x — wt),

with vector potential

¢
Ay(x,t) = —c / Eo(x, s) cos(k - x — ws)ds.

—00

For practical purposes, we consider Laser pulses with Gaussian envelope,
2
E(x,t) = Be &* ) cos (k- x —wt)é, k-é=0,

with k, w as before. Substituting s — ws, we obtain

T (Fixes)’ ,
Ay(x,t) = Sa (%,wt) =—-F / e \A coS (%’rk-x— s) € ds
—00

and

t
a(x,t)=—-F / g~ (2mhx—s)? cos(2mk - x — 8)é ds,

which shows the viability of assumption (A2). Assumption (A3) holds as well because

t
V-a(x,t) =47E / 27k - x — s)e_(%’;"‘_s)2 cos(2mk - x — s)k - & ds

t
+2nE / sin(2mk - x — s)e”CTEX" L2 ds = 0

—0o0

due to (4.10). In order to verify assumption (A4), we substitute u = 27k -x — s, which yields

a(x,t)=—-F / e cos(u)é du,

2rk-x—t
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hence
(o) o0
lal(x,t)| < |E| / e_“2du§|E]/e_“2du:\/E|E|,
ork-x—t -0

|0ra (x,t)] < ‘JEe—(QWI%"‘_t)2 cos(2mk - x — t)‘ < |E|,
2 i ) 2mk-x—1|2 :
2ai(x,t)| < |E] (2]27rk x— 1]+ 1) e~ l2mhx—t? < 90=7 ). (4.11)
The last step in (4.11) follows by observing that

fly) =@y +1)e™

has a global maximum at y = %, hence

f) <2673

The remainder of this chapter is devoted to the proof of Theorem 4.1. There are basically two
paths to take: Recalling Section 3.4, we know that there exist two approaches establishing
the existence of the time evolution operators for unbounded time-dependent Hamiltonians:
Theorems 3.38 and 3.41 by KATO, and YOSIDA’s Theorem 3.42. The proof of our Theorem
4.1 can be achieved using either, and both ways of proving it are of comparable complexity.
We will show Part 1 first using KATO’s framework, as it is the original and more general one.
In Section 4.3, we then present a proof based on YOSIDA’s theorem. A crucial ingredient
for both proofs is the uniform equivalence of the graph norm of the Hamiltonians and the
Sobolev norm, which is shown in Section 4.2.2.

Part 2 relies on Part 1 as well as on an estimate of the kinetic energy. We prove first an expo-
nential upper bound, which again can be achieved using either KATO’s or YOSIDA’s methods
and also emerges directly from the Schrodinger equation (Section 4.4). For the time evolu-
tion generated by H(t), this can be improved to a uniform bound. As a consequence, the
proof of Part 2 reduces essentially to an application of the theorem of dominated convergence.

An earlier version of this proof can be found in [12, 13]. In this work, the authors use The-
orem X.70 from REED’s and SIMON’s textbook, which essentially corresponds to YOSIDA’s
theorem. Although our proof is considerably different, we have adopted some features from
said work, in particular the proof of Part (1a) and Lemma 4.5.

4.2 PROOF OF PART 1 USING KATO’S THEOREMS

We first prove assertion (la) of Theorem 4.1 using the KATO-RELLICH Theorem (Theorem
3.8). Assertions (1b) to (1d) follow from KATO’s Theorems (Theorem 3.38 and Theorem
3.41).

4.2.1 SELF-ADJOINTNESS OF THE HAMILTONIANS

We show now assertion (la) of Theorem 4.1. This part of the proof is entirely taken from
[12, 13], but we present the steps in considerably greater detail.
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4.2 Proof of Part 1 using Kato’s Theorems

Define the multiplication operator

Wi(t) : L*(RY) 2 D(WA(t)) — L*(RY)
P(x) = Wi(x, H)(x),

where
W)\(Xv t) = %A)\(Xv t) -V + C%A)\(Xa t)2 + V(X) (4 12)
= 2a (X,wt) -V + La(%,0t)’ + V(x) '
and
D(W(t)) = {¢ € L*(R?) : Wy (t)y € L*(R)}. (4.13)
The analogous operator in dipole approximation is
Wae(t) : L2(RY) 2 D(Wae (1)) — LA(RY),
where
Weo(x,t) = Za(0,wt) - V + La(0,wt)” + V(x) (4.14)
and the domain D(W(t)) is defined analogously to (4.13). Then
Hy(t) = —A+ Wi(t) (4.15)
and
Ho(t) = —A 4+ W (t). (4.16)

Lemma 4.4. W)(t) is symmetric and relatively —A-bounded with —A-bound < 1.

Lemma 4.4 assures that the assumptions of the KATO-RELLICH Theorem (Theorem 3.8) are
fulfilled, hence assertion (1la) follows.

Proof of Lemma 4.4. Let W (t) € {Wx(t), Weo(t) }. In general,
D(W(1)) 2 D(-A) = H*(RY),
hence we cannot show the relative —A-boundedness of W (t) immediately. Instead, we prove

that both C°(R?) C H2(RY) and C*(RY) C D(W(t)), then show that W(t) << —A on
C°(R%), and finally extend W (t) to a —A-bounded operator on H?(R%).

By Lemma 3.21, C*(R%) C H?(R%). Further, let ¢» € C*(R%). Then by assumption (A4),

W ®wl = [Zat) - Vo + Hat)*y + Vi

(4.17)
<OVl + 191 + Vel

where a(t) € {a(5,wt),a(0,wt)}, respectively. As C(RY) C H?*(R?), we know from
Corollary 3.20 that
CIVell+llvl) < CllYll g2gay < oo
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4 Existence and Convergence of the Time Evolutions

The last summand in (4.17) can be written as

IVl = / IV ()b () Pl
supp(1))

Since |1|? is continuous and has compact support, we conclude that it must be bounded, i.e.
that there exists some C' < oo such that |¢)(x)|? < C for every x € R%. As a consequence,

IVl < oo

as V € L2 (R?). In conclusion,

W ()¢ < oo,
and consequently 1 € D(W (t)), implying C>*(R%) C D(W (t)).

The next step is to show that W (t) is symmetric on C2°(R?). Let 1, ¢ € C°(RY). Then

(W), ) = =% (alt) - Vi, o) + 5z (a(t)*p, ) + (Vi ).

We integrate the first term by parts, using assumption (A3) and the fact that the boundary
terms vanish because 1) and ¢ are compactly supported. With a(t) and V being real-valued,
this yields

(W), o) = (&, W(t)g) ,

hence W (t) is symmetric on C>°*(R%).

Now we prove the infinitesimal —A-boundedness of W (t) on C°(RY). The only condition
remaining to be verified is assumption (ii) in Definition 3.6.
Let ¢ € C°(R%). Then

W@l < 2 lla) - Vel + g [Ja®?0] + Vel
<OVl + Il + IVel)

independently of ¢, where we have used the CAUCHY-SCHWARZ inequality in the Euclidean
scalar product and the fact that ||a(t)||,, < C uniformly in ¢ by assumption (A4). Assump-
tion (A1) gives

oo

IVl < ell-A¢[+ Ce 4],

where €, Ce € R such that
inf{e : V| < el|-Ay[| + Ce [} = 0. (4.18)

Hence

W@l < (V6] + (C:+1) 18] += -9 ).
Furthermore,

1
2

d % d
ku:@mwuz) =<‘ <w,<—83>w>> = (b, (-A))?

< (L[l)? - (e |-Av])?
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4.2 Proof of Part 1 using Kato’s Theorems

due to the CAUCHY-SCHWARZ inequality and the linearity of the scalar product. In the
second step we have performed an integration by parts where the boundary terms vanish as
Y, p € C(R?). With the estimate

cd < 2¢d < & + d? (4.19)
for ¢,d > 0 as a corollary from the second binomial formula, we obtain
[Vl < s 1l + 5 1-A]l. (4.20)
Altogether,
W@l < G =A%l +C(1+Ce + ) ¥l (4.21)
i.e. there exist g, 8; € R such that
W @) <Ell-Av] +Co ¢l V¢ € CPRY) (4.22)

independently of ¢t. From (4.18) and (4.21) it follows that the infimum of the € is zero, hence
W (t) has relative —A-bound zero on C3°(R?) for all ¢ € [0, 7).

Finally, we extend W(t) to an operator from H?(R?) to L?(R?). Let ¢ € H?(R%). By
density of C°(R?) in H?(RY) (Lemma 3.21), there is a sequence {9} }reny € C°(R?) such
that limy_,e0 Y5 = ¢ in H?(R%)-norm, which also implies the convergence in L?(R%)-norm
by Corollary 3.20. By (4.22),

W @)l < Ell—Agkl| + Cc el Vobw € C°(RY)
for € and (T’E as above. Define the extension
W(t): H*(RY) — L*RY)
Y W= lim W,
—00

where the limit is taken in L?(R%)-sense. By continuity of the norm,

W ()| = klgrolo HW(tWiH < klggo (é“H—AIZJkH + Ce ||¢k||) (4.23)
= & -Av|+ Co ¥l < 00 Vo € HA(RY).

Thus the limit W (¢)i exists in L?(R?) and W(t) << —A uniformly in ¢+ on H?(RY). The
extension is independent of the approximating sequence:
Let {¢;}1en € C2°(R?) be another approximating subsequence for ¢ in H2(R%)-sense. Then

|wWeyon - Wy < 2||-awe - + €

(0 _TZZH < CH@/%_?ZZ‘

H2(RY)

and by continuity of the H?(R%)-norm,

=0,

lim ¥y — lim
k—o0 l—o0 HQ(Rd)

k,l—00

lim HW(th - W(t)QZlH < C”
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4 Existence and Convergence of the Time Evolutions

as both sequences are approximating ¢ in H? (Rd)-norm. Thus the extension is well-defined.
O

In chapter 6, we will quantify the convergence we are currently proving, and as part of this
be concerned about the explicit values of the constants € and C.. To this end, define the
constant C, by

Ca = max{ sup [la(-, 1), sup H@ta(-,t)Hoo} . (4.24)
te[0,T] te[0,T7]

Reconsidering the argument that led to (4.21) while regarding the explicit values of the

constants yields
e=(1+1Cq)e (4.25)

and -
C.=L%Ci+LCa+C., (4.26)

where ¢ and C. are the coefficients of relative boundedness of V.

4.2.2 UNIFORM EQUIVALENCE OF GRAPH NORM AND SOBOLEV NORM

Before expanding on assertions (1b) to (1d), we show an auxiliary lemma which will prove
useful at several points. The idea for this lemma is due to [12, 13], the proof differs.

Lemma 4.5. Let t € [0,T] and H(t) € {H(t), Hx(t)}. Then the graph norm of H(t) is
equivalent to the H?*(R%)-norm uniformly in t, i.e. 3C1,Cy > 0 such that

19y < CLldllpeey  and  [[¥llg2gay < Co 1Yl g
for each v € H?(R?).
Proof. Let t € [0,T] and 1 € H*(RY). By the triangle inequality,

Wil = 61+ @I < 6]+ Al + W

where W (t) € {Wy(-,t), Woo(+,t)}. Due to the infinitesimal —A-boundedness of W (t) estab-
lished in (4.23) and as a consequence of Corollary 3.20, we conclude that

1l < (1 +E) [=A]| + (1 + Co) || (4.27)
uniformly in ¢, hence C is given as
Cr=1+2+C., (4.28)

with £ and C- as in (4.25) and (4.26).

Conversely, .
[H@)Yl = [[-Ag] = W[ = (1 =€) |-Av| = Ce [l9],

hence

|-Ad]| < C 1]
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4.2 Proof of Part 1 using Kato’s Theorems

uniformly in ¢. Together with estimate (4.20), this implies

IVl < YN+ 1=A%1) < Clldll gy »

and as obviously

11 < N1l ey
we conclude that
191l r2ray < C2 19l ) (4.29)
due to Corollary 3.20. Explicit bookkeeping of the constants yields
1l 2y < 1917 + 2 101 + 5 1 =A% [)? + | -2y
2
< ((@+Y Il + 0+ -2y )
2

< (Il + =29 (1 + £ +¢)7,

and together with

Ce 1
=A% < =Wl + s —= [H®I, (4.30)

we see that the constant Cy in (4.29) is determined by

1 C.+1
Cy = <1++5> Ce L (4.31)
15 1—¢

O]

Now we proceed to the proof of the remaining parts of Theorem 4.1. In contrast to Sections
4.2.1 and 4.2.2, this represents entirely our own work.

4.2.3 EXISTENCE, UNIQUENESS AND UNITARITY OF THE TIME EVOLUTIONS AND
INVARIANCE OF THE DOMAIN

In this section, we prove parts (1b) and (1d) of Theorem 4.1. To this end, we need to show
that the assumptions of Theorem 3.38 are satisfied under the identification

x o= (@),
v o= (H2RY, | e
At) = iH(t),

where as above H(t) € {Hxo(t), HA(t)}.

The first step is to show that iH () € G(L?*(R?)) for every t € [0,T]. This can easily be seen
from the fact that H(t) is self-adjoint as an operator on L?(RY) by assertion (la). Hence
by STONE’s Theorem (Theorem 3.32), iH (t) generates a unitary strongly continuous one-
parameter group {e’?®s} p on L?(RY), which yields a contraction semigroup on L?(R%)
if the parameter s varies only within R In conclusion, iH (t) € G(L*(R%),1,0) C G(L*(R%)).
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4 Existence and Convergence of the Time Evolutions

Further, L2(R?) and H?(R?) are both Hilbert spaces and H?(R?) is dense in L?(R?) (The-
orem 3.22). It is moreover continuously embedded in L?(R?) because by Corollary 3.20,

10lly < ¥l oy Vo € HA(RY),

hence the inclusion map is continuous.

Assumption (i). By Lemma 3.37, {tH (t) }o<t<7 is stable with constants of stability M =1
and 8 = 0.

Assumption (ii). According to Lemma 3.40, assumption (ii) is implied by the alternative
condition (ii’). In order to verify the latter, we define

S(t) :=4iH(t) + ol : H*(RY) — L*(RY)

for some 0 < a < 1. In the following we will show that this operator fulfils condition (ii’).
As —iH(t) generates for each ¢ € [0,7] a contraction semigroup on L?(R%), it follows that
a € p(—iH (t)) by the HILLE-YOSIDA theorem (Theorem 3.31). Hence S(¢) and its inverse,

S(t)™' = Ra(—iH(t)) : L*(R?) — H*(RY),
are isomorphisms by definition of the resolvent set (Definition 3.12).
Define
Ai(t) = S(t)iH(#)S(t) " : D(A1(t) — L*(RY),

where

D(A1(t)) = {¢ € L*(R?) : H(t)S(t) " € H*(RY)}.

If we can show that —A;(t) is for each ¢ € [0, T] the generator of a contraction semigroup, we
have according to Lemma 3.37 established parts (1) and (2) of condition (ii’), with constants
My =1and g1 =0.

To this end, let ¢ € L?(R%) and A > 0. Then

-1

Ry(~Any = [SOIHBSE) ™ + A o = (S@GHE + NS0 ) v
= (iH(t) + a) Rx(—iH (1)) Ra(—iH (1)),
and as the resolvents of —iH (t) are commutative by Theorem 3.13, we conclude that
RBa(=A))y = (iH(t) + o) Ro(—iH (8)) RA(—iH (8)) = Ra(—iH ()9

for all 1 € L2(R?). Thus (0,00) C p(—A1(t)) and

[RA(=A1 ()] = [[BA(=iH (D)) <

>| =

which by HILLE-YOSIDA proves that —A;(t) generates a contraction semigroup on L?(R?).

'As the resolvent set p(—iH(t)) contains all positive real numbers it is irrelevant which a we choose,
provided it being greater than zero. We choose @ < 1 without loss of generality because this simplifies
some estimates later in the proof.
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4.2 Proof of Part 1 using Kato’s Theorems

Part (3) of condition (ii’) demands that S(¢) and S(¢)~! be bounded in their respective
operator norm by a common constant ~ uniformly in ¢.
First,

[GH () + a)d|

IS g2 ey r2rey = SU
IEERDLEED ™ czmey 19l 2ra
VA0
(4.32)
@+l _ o e
T perr®y) Yl pe(ray ver2®d) 1] g2 ®a
$#0 P#£0
as a < 1. Lemma 4.5 yields thus
IS r2ray— r2ray < C1 < 00 (4.33)

uniformly in ¢, with C; as in (4.28). Second,

|GH () + )~ *%| o ga
3 - (RY)
1@ 2y 12ty = ver ) 1l

440

<y sup
peL?(RY)
»#0

|(GH (t) + o)1 ]| N |H () (H(t) + o) ||
1l |||

with Cy as in (4.31) by Lemma 4.5. The first term can be estimated as

i )™t
I H(t)ulu "N R im) <

due to HILLE-YOSIDA. For the second term, we consider

(07

| H (&) (GH () +a) || = || (H () + o — @) ((H () + a) ||
= ||¢ — a(H (t) + @) 'y||
<l + al|Ra(—iH @)l < 2|9

Hence
_ 1
HS(t) 1HL2(Rd)~>H2(Rd) S 02 (Oé + 2> < 00 (434)
uniformly in ¢. (4.33) and (4.34) prove part (3) with

~ = max {C’l, (é + 2)02}~ (4.35)

It remains to verify part (4) of condition (ii’), stating that ¢ — S(¢) must be of bounded
variation.
Let 0 =ty <ty < --- <t, =T be a partition of [0,7] and let 1 < j < n. In the following,
the operator norm ||-[| y2(ga)_, 12(ray shall be denoted by ||-||,,. Then

15(t;) = S(tj-)llop = [liH (t5) — iH (1)

op’
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4 Existence and Convergence of the Time Evolutions

and

liH (t5) — iH (tj-1)ll,, < 2 I(alty) = altj-1)) - Vi, + g2 [[a)* — alt-)?|
< 2 aty) = alti-1)llo 1V1lep + 22 [[a(t)? = altj—1)?|| o [1Lllop

By Corollary 3.20, || V4|, < 4 and ||1]|,, <1, hence

liH (t)) — iH (ti-1)]l,, < 5 llalty) —alti-1)ll + 2z alt)? — ati-1)?|| . - (4.36)

Bearing in mind that a(t) is only an abbreviation for a function depending on ¥ or 0 in the
first and on wt in the second slot, we know that there must exist a £ € (t;_1,t;) such that

la(t;) — a(ti-)ll, < w(ty —t;-1)| - 1086 |0 < wCalty — 1] (4.37)
by the mean value theorem and assumption (A4). Analogously, we derive that

la(t;)? —a(tj—1)?|| <wCilt; —tj-l, (4.38)
with Cy as in (4.24). Insertion of (4.37) and (4.38) into (4.36) yields

[iH () — iH (tj-1)ll,, < Cslt; — tj-1l, (4.39)

where

C5:=Ca+ 1C2 (4.40)
Altogether, we obtain

SISt = Sty < cgzu —tj_1| = C3T,

j=1
which shows that t — S(t) is of bounded variation. This concludes the proof of condition
(ii’). As a consequence, (ii) holds with constants 3 = 0 and M = 7277 with 7 as in (4.35).

Assumption (ii). From assertion (1a) we already know that H?(RY) = D(H(t)) for all t.
Moreover, i H (t) € L(H?(R?), L?(R?)) for each t, because S(t) = iH (t) + a is bounded as an
operator from H2(R%) to L?(R%), as established in (4.33).

It remains to show that ¢ — iH(t) is continuous with respect to ||-[| g2 (ra)— r2ra)y = [Illop

To this end, let € > 0 and choose § = C%, with C3 as in (4.40)%. Let t1,to € [0,7] such that
|t1 — t2] < §. Choosing j = 2 in (4.39), we obtain

H’L'H(tl) — iH(tQ)Hop < C3’t1 — tQ‘ < 03(5 <eg, (4.41)

which proves the norm-continuity of iH (t).

Assumptions (i) to (iii) of Theorem 3.38 being fulfilled, this theorem establishes existence
and uniqueness of the evolution operator U (t,tg) € {Ux(t, ), Uso(t, to)} and the invariance
of the domain under U(¢,tg) for t € [0,7]. The unitarity of U(t,to) follows directly from
Theorem 3.45. This concludes the proof of parts (1b) and (1d).

2We may restrict our analysis to the case Cs # 0 — otherwise, (4.39) would imply H (t2)y = H(t,)% for all
¥ € H*(RY), thus ¢ — S(t) would be trivially continuous.
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4.2 Proof of Part 1 using Kato’s Theorems

4.2.4 STRONG CONTINUITY OF THE TIME EVOLUTIONS

We come now to the last part of Section 4.2, the proof of assertion (1c). In order to establish
the strong continuity of U(t,tg) jointly in ¢ and t;, we need to show that the assump-
tions of Theorem 3.41 are satisfied. Taking into account the results obtained previously, it
only remains to prove that also condition (ii”) is true for X = L?(R?), Y = H?(R?) and
A(t) =iH(t).

One could now raise the question why we have not invoked this more general Theorem 3.41
already in section 4.2.3, although it includes not only assertion (1c¢) but comprises parts (1b)
and (1d) as well. The reason is that we wished to quantify the coefficients of stability M
and E , which emerge immediately from the proof of condition (ii’).

As above, define S(t) = iH(t) + «, where 0 < a < 1. For the differentiability of S(t) it
suffices to show that ¢t — H (t) is differentiable.
Let ¢ € H*(R%), t € [0,T] and h # 0. Then

IHE+ Ry — HOYl = i | (HE+h) - @)y

. (4.42)
mCsl(t+h) =t [[¢]] < Cs 9] < oo,

IN

and consequently
(L H(E + ) = H0) g2 gty 2oy < O
by (4.39), with C3 as in (4.40). Thus the derivative 0, H (t)1) exists and, recalling that a(t)
really depends on wt in the second slot, can be calculated as
O H () = 2id,a(t) - Vi + Loa(t)y. (4.43)
We further need to establish the continuity of this derivative. Let € > 0 and choose 6 = &

for some appropriately chosen constant C' > 0. Let t1,to € [0,7] such that |[t; — ta| < 0.
Then

|(8:H (t1) — 9 H (t2)) || < 2]|(Gra(ts) — Bra(ta)) - V|| + L || (Bralt)? — dea(t)*) |
< (o) - talte)l + [a®)? - da?. ) v,

where we have used that || V| g2 ga)_, 12(ra) < 5. With a(t) being C? in ¢, we may apply the
mean value theorem to d;a(t) and d;a(t)? analogously to (4.37) and (4.38). This yields

[ (B:H (t1) — 0:H (t2)) || < Cltr — ta] 9]l < CS ||l <ell9]l, (4.44)
and as a consequence
|OLH (t1) — atH(tQ)HHQ(Rd)_)LQ(Rd) <eg,

which concludes the proof of part (1) of condition (ii”).
Parts (2) and (3) follow immediately from the observation that

SHAB)SE) ™ = (iH(t) + «)iH(t)(iH(t) + a)_l =iH(t) = A(t).
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4 Existence and Convergence of the Time Evolutions

Having verified all assumptions of Theorem 3.41, we conclude that U(t, s) is strongly con-
tinuous with respect to ||| ;2 (ra) Jointly in ¢ and s. The joint continuity with respect to the

L?(R%)-norm can be deduced from this as follows: due to the joint continuity (H?(R%)), we
know that for each ¢ € H2(R?) and & > 0, there exists § > 0 such that

H (U(tl,sl) — U(tz,Sg))gDHHQ(Rd) < % W |(51,t1) — (32,1;2)‘ < 0. (4.45)
By Corollary 3.20, this implies as well

|t s10) — Ultars2))e] < 5 (4.46)

Now let ¢ € L2(R?) and £ > 0. Due to the density of H?(R?) in L?*(R?%) (Theorem 3.22), we
can find a ¢ € H*(R?) such that ||ty — ¢|| < . Choose § such that (4.45) holds. Then we
obtain

| (U(t1, s1) — Ulta, s2))0|| < |[(U(t1, 51) = Ulta, s2)) || + || (U(t1, s1) — Ulta, 52)) (v — ) ||

<
<gF2lY—¢ll <e

where we have used (4.46) and the fact that U(t, s) is unitary. This finally concludes the
proof of Part 1. O

4.3 PROOF OF PART 1 USING YOSIDA’S THEOREM

In the following, we will present another way of proving the first part of Theorem 4.1. Instead
of applying KATO’s theorems, we will show that Theorem 3.42 by YOSIDA holds true under
the identification

(L@, 1)

D o= (HRY, e,
A(t) = —i(H(t) + pl),

where as above H (t) € {Hoo(t), Hx(t)}. This section is again inspired by [12, 13]. Our proof
is however considerably easier because we make use of the work of GRIESEMER and SCHMID
(Lemma 3.44) to simplify the verification of condition (iv) of Theorem 3.42.

We choose p > C., with C- as defined in (4.26). This implies 0 € p(H(t) + p) because, as
a consequence of Theorem 3.10, the spectrum of H(t) is bounded below by —6;. Due to
the self-adjointness of H(t), the spectrum is a subset of the real line, hence the spectrum of
H(t) + p is completely positive.

The new A(t) is very similar to —S(¢) from the previous section, hence we can use several
of the preceding results. The relative minus sign of A(t) arises because we consider now the

evolution equation in the form (3.40) instead of (3.20).
It is important to note that the successful verification of the assumptions of YOSIDA’s the-

orem does not immediately prove Theorem 4.1, because we are using A(t) = —i(H(t) + p)
instead of the true generator —iH (¢). This is however easily overcome: suppose we have
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shown that the operator A(t) = —i(H (t) + p) generates the time evolution operator U (¢, s).
The time evolution operator U(t, s) generated by —iH (t) is then given as

Ult,s) = Ul(t,s)e =9,
Hence it suffices to prove the assumptions for A(t) as above.

Assumption (i). We have to show that D(A(t)) is independent of ¢ and dense in L?(R9).
This was already shown in section 4.2.1.

Assumption (ii). It needs to be verified that Ry(A(t)) is bounded for each A > 0 and that
|RA(A(t))]| < 3 for A > 0. For A = 0, the claim is clear because we have chosen p such that
0 € p(H(t)+ p), and

Ro(A(t)) = iRo(H(t) + p),

hence 0 € p(A(t)). For A > 0, consider
RA(A(t)) = A +ip+iH(t) ™" = Rayip(—iH(t)).

As —iH(t) is the generator of a contraction semigroup, the HILLE-Y OSIDA theorem (Theorem
3.31c) yields

[ Bt (—iH(1))]] <

> =

Assumption (iii). We have to prove that A(t)A(s)~! is a bounded operator. To this end,
let s,¢ € [0,T] and ¥ € L?(R%). Analogously to the proof of part (3) of condition (ii’) ((4.32)
to (4.35)), we obtain
[ A A(s) ™ 0| = [[(H (@) + w)(H(s) + )|

< HH(t) + MHHQ(]Rd)aL?(Rd) H(H(S) + M)_l HL2(Rd)_>H2(Rd) ku

< Cng(l —i-,u) (% +2> < o0
as i € p(—H(s)). This proves assumption (iii).
Assumption (iv). Instead of proving the assumption directly, we use Lemma 3.44 and
show the more straightforward condition (iv’). Obviously, ¢ — A(t)y = —i(H(t) + p))y

is continuously differentiable precisely if ¢t — H(t) is continuously differentiable. This was
already established in (4.44), hence the proof is complete. O

4.4 ESTIMATE OF THE KINETIC ENERGY
Before moving on to Part 2, we estimate the kinetic energy of the system. We begin with

a general estimate (Lemma 4.6), which we then improve for the case of the wave function
evolving under Uy (t,tg) (Lemma 4.8).
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4 Existence and Convergence of the Time Evolutions

Both estimates concern only H?(RY)-functions and are not true for generic elements of
L?(R%). This does however not pose any problems; it is connected to the fact that L?(R%)
contains by construction unphysical states, in the sense that they do not occur in nature.
Although the time evolution is defined on the whole Hilbert space, not any L?(R%)-function
is sensible as an initial condition of the Schrédinger equation® as it does not necessarily lie
within the domain of the Hamiltonian (in other words, it needs not be differentiable). The
reason why we work with the whole space L?(R%) and not only with the subspace of physical
states is simple: we need a complete Hilbert space of square integrable functions to use
concepts such as self-adjointness and limits of sequences. Hence the unphysical states are
merely limiting points of physical states, which are included in the description for reasons
of convenience [46, 24, 25].

With L?(R?) containing functions with infinitely large kinetic energy, there is by all means
no sense in trying to find an estimate for these states. Hence it is no restriction that our
results apply merely to H?(R?)-functions.

4.4.1 A FIRST ESTIMATE

In this section, we will apply the abbreviation

¢t = U(ta t0)¢7 (447)

where U(t,t9) € {Ux(t,t0),Uso(t,t0) }. Obviously this implies ¢y, = 1, and in this case we
will drop the subscript.

Lemma 4.6. Let 1) € H?>(RY). Then
[9ell g2 gy < C I3l oy €

for some constants C, C < .

Proof. Let ¢, € H*(R?) and define ¢; = U(t,tg)¢ analogously to (4.47). By the funda-
mental theorem of calculus, we obtain

t
(o HO0) = (o HOU) |y, + [ 0. (s H o)) ds

t

— (o H(t0)) + [ ((@up) HOY0) + (s QW (5)) 1) + (H(5)iu, (0010))) ds

to
t

— (o, H(to)) + / (per (OuH () 5) ds,

to

3This is true if we are interested in solutions in L?(R%)-sense. With a weaker definition of the notion of a
solution, it is possible to make sense of LQ(]Rd)—functions solving the Schrodinger equation in the sense
of distributions. If one is however interested in classical solutions, the space H?(R?) is still too large. A
detailed analysis can be found in [46, 47].
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4.4 Estimate of the Kinetic Energy

where the last step is an application of the Schrodinger equation. We can rewrite this as

t
<<p,U(t, tO)TH(t)¢t> = <¢, H(to)w—i—/U(s,to)T(ﬁsH(s))ws ds > (4.48)
to
for each p € H2(R?). Our next step will be to conclude from (4.48) that

t

v = |Heow + [Uis ) @0 )b (4.49)

to

We need to show that for 91,99 € L2(RY), (¢,101) = (p,2) V¢ € H?*(R?) implies that
|11]] = [|1b2]|. The statement would be clear if ¢ was an arbitrary element of L?(R?) instead
of H?(RY). We thus apply a density argument: let ¢ € L?(R?). By density, we can find a
sequence {@, }nen € H?(R?) such that [|¢ — ¢n|| < 1, and consequently ||¢,[ < 1+ o]
Hence

(@, (V1 — o)) = Jim (@n, (Y1 —12)) =0,

as each ¢, € H?(R?). We may interchange scalar product and limit as a consequence of the
theorem of dominated convergence, because

(D, (Y1 = ¢2)) < (L +[|9]]) 141 — 2]l

is bounded uniformly in n. Thus (4.49) holds true.

With (4.49) and the unitarity of U(s,ty), we conclude
t
1@ < [H e}l + [ ]| (QuF ()] ds. (1.50)
to

Now (4.43) and assumption (A4) yield

(9 H (5)) s || < 2Ca ||Ve)s|| + LCO2 s
<C3 stHHQ(Rd) < GG ||1/15”H(s) )

with Cy and C35 defined as in (4.31) and (4.40), respectively. Inserting (4.51) into (4.50), we
finally obtain

(4.51)

t
[H () e ]| < [[He ] +0203/(||H(8)1/J5H + [[41) ds.
to

Now we can apply the GRONWALL-BELLMAN inequality (Theorem 3.47) under the identifi-
cation

u(t) = [H@E) + (9]l
c = |[[H(to)yll + ¥,

f(s) = 0,

[a,8] = [to,t].
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4 Existence and Convergence of the Time Evolutions

The assumptions of Theorem 3.47 are obviously fulfilled, hence

[H (£)3e]| + (2] < (|1 H (to)¥]| + [[2]]) exp {/ C’ngds}
= (| H (to)]| + ||o]|)eC2Cst—t0),

Therefore we conclude
ell gy < 190 gz €221, (4.52)

which implies

el g2 ray < C2 ¥l gy < Co 1Vl ) eP2Cslt=to)

< 1O |9 oy €210
This proves the lemma. O

Together with Corollary 3.20, Lemma 4.6 implies that
V]| < Co (|0 + || H (to)w]|) e€2C3(0)

= A < Cy (J0]| + || H (to)w]|) eF2C3¢Et0)
for ¢y € H 2(]Rd), The first statement yields the desired estimate for the kinetic energy,

IV9ell* < O3 (1] + [1H (o) ])? 2260, (4.53)

i.e. the kinetic energy grows at most exponentially in time.

Lemma 4.6 can as well be proved directly from assertion (e) of KATO’s Theorem 3.38. An
indirect way via Lemma 3.43 from the proof of Yo0sIDA’s theorem 3.42 can be found in
[12, 13]. We have chosen to present the proof in the actual form because it argues directly
from the Schrédinger equation, which seems more intuitive than the use of abstract theorems.

4.4.2 AN IMPROVED ESTIMATE FOR THE TIME EVOLUTION IN DIPOLE
APPROXIMATION

The Hamiltonian in dipole approximation exhibits a feature which greatly simplifies most
calculations: Hyo(t1) and Hxo(t2) at different instants of time ¢; and 2 commute, and as a
consequence, Hy(t) commutes with the time evolution it generates. Whereas this behaviour
is immediately clear for time-independent Hamiltonians due to their virtue as generators of
contraction semigroups (Theorem 3.29), it is a priori not given in the time-dependent case.
It is certainly not true for the exact Hamiltonian H)(¢). We phrase this result in form of a
lemma.

Lemma 4.7. Let t,tg,s € [0,T], to < s, and Hoo(t) and Ux(t,to) as in Theorem 4.1. Then

[Hoo(t)v Uoo(s, to)]q){) =0

for all ¢ € H?(RY).
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4.4 Estimate of the Kinetic Energy

Proof. We recall the construction of U (t,tg) in Theorems 3.38 and 3.42: the time interval
[0, 7] is partitioned into n smaller intervals on which the Hamiltonian is kept constant and
the time evolution thus given by STONE’s theorem. We obtain an approximating operator
U, (t,s) by concatenating the time evolution operators over each of the intervals in accor-
dance with the semigroup property. The true time evolution arises from the limiting case
n — 0o, when the width of the small intervals tends to zero.

Let n € N. We can express Up,(s,tg) as

Un(s,tg) = e (57T Hoo(r) L o=i(re—to) Hoo (i) (4.54)

)

where 71, ...,7, k < n, are the borders of said small intervals of the partition®. According
to Definition 3.14, two operators commute if and only if their spectral projections commute.
Since [Hoo(T), Hoo(t)] = 0, the spectral theorem yields

=), g ()] = 0

for any t,u,r € [0,7]. We thus conclude that H(t) commutes with each factor in (4.54),
and as a consequence,

Un(s,t0)Hoo (1)) = Hoo(t)Up(s,t0)Y (4.55)

for each ¢ € H?(R?). The claim of the lemma follows immediately if we can show that the
theorem of dominated convergence applies to

[[Hoo (£)Un (s, t0)t) — Un(s, to) Hoo (t) 9] - (4.56)
This can easily be seen: using (4.55) and the unitarity of U, (s,ty), we estimate

[ Hoo (t)Un(s,t0)1) — Un(s,t0) Hoo ()| < [[Hoo (t)Un(s,t0) || + [|Un(s, to) Hoo ()1
= 2[[Hoo ()Y ]| < Cl|9]| g2y

according to Lemma 4.5, hence we may interchange limit and norm. This concludes the
proof. O

This result enables us to improve the estimate for the kinetic energy when applying the
dipole approximation. In order to keep notation simple, we define a new abbreviation: from
now on, ¢;° denotes a wave function evolving according to the approximated Hamiltionian,

V7 = Uso(t, o)y (4.57)

Lemma 4.8. Let tg,t € [0,T], to < t, and ¢ € H*(RY). With Hoo(t) and Uso(t,to) as in
Theorem 4.1, it holds that

Ivel? < ¢ (IVel? + 1#]?) (4.58)

and

|-age)? < & (I-av)? + 14]?) (4.59)

for some constants C, C > 0, which are in particular independent of t.

4To be exact, we put ry := % [%] R % ([%} +1).
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4 Existence and Convergence of the Time Evolutions

In other words, there exists a constant C' such that

198 ey < Cll] 2 (ray -

Proof. In the proof of Lemma 4.4, we have already established in (4.23) that W (¢) << —A
uniformly in ¢. Using the equivalent condition (3.2) for infinitesimal boundedness from
Lemma 3.7, we conclude that there are constants £/, C. > 0 such that

[Wos ()¢l < 2 |- Agp|* + CL |||

for all p € H?(R?) independent of t. ¢’ and C. are related to & and C. as in the proof of
Lemma 3.7. Since —A and 1 are positive operators, we obtain

Wao () ])? < [|(='A +CL) 0|7,

hence the conditions of the HEINZ inequality (Lemma 3.11) are fulfilled. As a consequence,
we obtain

{0, Woe(B))| < (0, (- €'A+Cl) )
=& (0, —A¢) + CL |l olI?
and thus
(e, Hoo(D)9)| < (1+€') {0, —Ap) + C! |l (4.60)
for all ¢ € H%(R?) and ¢ € [0,T]. Moreover, we estimate

(@, Hoo (1) 0)| > (0, =Ap) — [{p, Woo (1) )]
> (1—¢€) (@, —Ap) — C! o]

This leads to
(e, ~A¢) < (1 =)™ (I, Hoo0)2)| + C. ll6]?) (4:61)

for all o € H?(RY) and t € [0,T], where we choose ¢, in accordance with the infinitesimal
—A-boundedness of W (t), small enough such that (4.61) is well-defined.

Now we estimate the kinetic energy. As 1 € H?(R?) for each ¢, we may insert ¥ into
(4.61) and obtain

IV > = (5%, =A05%) < (1= &)™ (1{Uso (b, to)tb, Hoo (D) Uoe (1 t0))] + CL [0
= (1= )7 (I, Hoo (0} + CL 1)

where we have used Lemma 4.7 and the unitarity of U (¢, tg). Together with estimate (4.60),
this finally yields

1+¢ 2CL

/
VeI < 125 19w + 225 P,
which proves (4.58)with
1+ 2C!
C:max{l_gl, 1 _Z/}
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4.4 Estimate of the Kinetic Energy

For (4.59) we proceed very similarly. Due to the infinitesimal —A-boundedness of W (t),
we have for each ¢ € H2(R?) and t € [0, 7]

1Hoo (o]l < (1+8) -2l + Ce |l - (4.62)

On the other hand, we know from (4.30) that

C 1
I=A¢ll < 5 _EgHSOII + 1z Heo )l (4.63)

for each ¢ € H?(R?), t € [0,T]. Analogously to above, we insert ¥ into (4.63), implying

Ce 1
—_ XN < S
I=Avll < 7= Il + == [Hoe (8)¢]
2C. 147
< _
< =Wl + 7= 1-Av

as a consequence of Lemma 4.7 and (4.62). The constant C in (4.59) is thus given as

a:max{1+€ 2C: } (4.64)

-2 1-¢7
L]

Lemma 4.8 provides us thus with a uniform bound on both |[V¢{°|| and ||[-A7°||. Defining
the constant

Cy == max{C2,C}, (4.65)

we conclude
IVl < Ca(llell + IVYlD), (4.66)
Ayl < Callloll + [[-Av]). (4.67)

This improves the bound from the last section as it is uniform in time. We could naturally
achieve a uniform bound from Lemma 4.6 as well, by estimating |t — t9| < 7. This is how-
ever weaker than the statement of Lemma 4.8 as it comprises the quantity 7', which is of no
physical relevance and may be chosen arbitrarily large.
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4 Existence and Convergence of the Time Evolutions

4.5 PROOF OF PART 2

We finally approach the last part of the proof: the strong convergence of the approximated
towards the exact time evolution operator in the limit of large wavelengths. This part of
the proof is taken from [12, 13], with the exception that we use our estimate of the kinetic

energy || Vi°|*.

Consider first 1 € H?(R?). We express the difference between the time evolution operators
by the difference between their respective generators as

(Ux(t,t0) — Uss(t, t0)) / (Ux(t, $)Uso(s, to)) 0 ds
= —i/U)\(t, $)(Hx(s) — Hoo(5))Uss (s, o)1 ds
= 3/ (X, ws) —a(0,ws)) - VUss (s, o)t ds

~ / Ur(t:5) (a (,09)" = (0,0)°) Use(s, to)os ds,

where we have used part (d) of Theorem 3.38 for the derivative of Uy(t, s) and part (g) of
Theorem 3.41 for the derivative of Uy (s,%0). As in the preceding section, we apply abbre-
viation (4.57), i.e. ¥¢° is the wave function evolving from the initial state ¢ under the time
evolution generated by the Hamiltonian in dipole approximation.

Using the unitarity of Uy(t, s), we obtain

(Ut o) — Uso(t, t0)) ]| < /|| (5 ws) — a(0,ws)) - Vo] ds (4.68)

’ ds. (4.69)

& sows)’ —a(0,ws)?) v
+ to/”(a(/\ ws) a(0,ws )

Clearly, a ( ws) —a(0,ws) — 0 pointwise as A\ — oo with w kept constant, hence part 2
of Theorem 4.1 follows immediately for ¢» € H?(R?) — if we can show that the theorem of
dominated convergence applies to both (4.68) and (4.69). This is established in the ensuing
claims.

Claim 1. The theorem of dominated convergence applies to (4.68).

Claim 2. The theorem of dominated convergence applies to (4.69).
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4.5 Proof of Part 2

Proof of Claim 2. The integral in (4.69) can be written as

D=

t

o folftt o —miremt) izt

to R4

We show the applicability of the theorem of dominated convergence for the ds- and the
dx-integral separately.

Using the unitarity of Uy (s, to), we estimate the integrand of the ds-integral as

H (a (j,ws)z - a(O,ws)z) (D

< [aGows) —a.w)?| vl <2021l

where the last step follows from assumption (A4). Thus we have identified a dominating
function, which is obviously integrable over s € [tg, t].

Analogously, the integrand of the dx-integral is dominated by 2C2|4(x)|?, which is inte-
grable as

202 / dx [1)3° ()2 = 22 [9]* < ox.
Rd
]

Proof of Claim 1. Similarly to the proof of Claim 2, we show the existence of a dominating
function first for the ds- and subsequently for the dx-integral. Applying assumption (A4)
and Lemma 4.8, we estimate the integrand of the ds-integral in (4.68) by

H(a (j,ws) - a(O,ws)) -Vzﬂ;’oH < 2C, [VY|
< 2CCy ([19]] + IVl

which is integrable over [to,t] as 1) € H?>(R?). The integrand of the dx-integral can be esti-
mated in the same way. O

The only remaining step is now to generalise the result to ¢ € L2(R?). Let ¢ € L?(R%). Due
to the density of H2(R?) in L?(R?%) (Theorem 3.22), there is a sequence {1}, }reny C H?(RY)
such that || — || < o for all k € N. Hence

(Ut t0) — Usolt, t0)) ||
< HUA(t, t0) = Uso(t, t0)) (v — i) || + || (U (¢, t0) — Uso(t, to) ) |
< 2|19 — Ykl + || (Ua(t, to) — Uso(t, to) ) x|
< L+ |[(U(t, to) — Uso(t, to) )| - (4.70)

The second term in (4.70) vanishes as A\ — oo because ¢, € H?(R%). Thus

Jim [ (UA(E t0) = Uso (8 t0)) 9| < %
c—00
w=const.

for every k € N. This finally proves assertion (2) and concludes the proof of Theorem 4.1. [
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5 INVARIANT DOMAINS OF THE HAMILTONIAN IN
DIPOLE APPROXIMATION

Whereas we are able — in theory — to prepare the initial wave function in any (physical)
state possible, it is a priori unclear how it will behave after some period of evolution under
the Hamiltonian. Naturally this is very unsatisfying, and we will in this chapter put forth
an effort to work out some properties of ¢;. In groundwork for Chapter 6, we are especially
interested in the decay of the wave function and its spatial derivatives.

Our approach to the problem will be in terms of invariant domains of the time evolution op-
erator: in the knowledge that H2?(R?) itself is left invariant by U (t, s), we aim at recognising
subspaces of H?(R?) with the same invariance property. Having just established the strong
convergence of the exact towards the approximated time evolution, we content ourselves to
examine the effects on ¢ caused by the time evolution in dipole approximation.

The literature provides several works studying invariant subspaces for different choices of
the Hamiltonian. In the time-independent case, HUNZIKER [48] deals with bounded smooth
potentials, RADIN and SIMON [17] relax the conditions on V' to relative (form-)boundedness,
and OzAWA [49] identifies invariant subspaces related to weighted Sobolev spaces.
Explicitly time-dependent Hamiltonians are studied by YAJIMA [50], who in particular fo-
cuses on existence and regularity of the solutions of the Schrodinger equation, and OZAWA
[51], who addresses the Hamiltonian of the AC-Stark Effect. KURODA and MORITA [52]
examine exclusively bounded potentials, and HUANG [18] identifies the (form-)domains of
certain self-adjoint operators and their powers as invariant under the time evolution.

None of these results can immediately be applied to our case as Hoo(t) depends explicitly on
time. What is more, also some of the conditions on the Hamiltonian are not met unless one
restricts (A1) to smooth bounded potentials, or in the trivial case when the electromagnetic
field equals zero.

Presumably the best one could hope for would be an invariance of the Schwartz space S(R?).
This subset of H?(RY) is distinguished because all its elements are differentiable and display
an ideal decay behaviour: they as well as all their partial derivatives decay faster than any
inverse polynomial as |x| — oo. However, this space is in general not left invariant by
Us(t,t9). The crucial point where the invariance fails is the potential V(x) — assumption
(A1) admits a very broad class of potentials, including such with L?-integrable singularities,
whose most relevant representative is the Coulomb potential.

To show that S(R?) is not left invariant, RADIN and SIMON [17] construct an element 1 of
S(RY) for which <¢t, |p|5¢t> becomes infinitely large in finite time, due to the local singularity
of the Coulomb potential at x = 0. Hence ¢, does not possess the Schwartz property after
some finite time ¢, although the original wave function 1) was an element of S(R%).
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5.1 INVARIANCE OF THE C*-FUNCTIONS FOR H(t)

Recalling the commutativity of Hs(t) with the time evolution U (s,tg) established in
Lemma 4.7, we are able to identify an invariant subspace of H?(R%) under the time evolution
in dipole approximation: the space of C*°-functions of H(t),

Ce(H() == [ DHM").
n=1

The following theorem establishes the invariance of this set.

Theorem 5.1. Let Ho(t) be the Hamiltonian in dipole approximation as in Theorem 4.1
and let Uso(t,to) denote the time evolution operator generated by Hx(t). Then

Uso(t, tg) C™ (Hoo(s)) =C™ (HOO(S)),
and furthermore
C®(Hx(t1)) = C®(Huo(t2))
fOT all tg,t,t1,ta,s € [O,T], to < t.

Proof. For any ¢ € D(Hx(t)"), Lemma 4.7 yields
[ Hoo ()" Uso (s, t0) || = [Uso (s, t0) Hoo ()" 4[| = [| Hoo (£)" ]| < o0.

Thus D(Hx(t)"™) remains invariant under Us (s, tg) for each n, which proves the first part
of the theorem.
For the second part, we prove the hypothesis

D (Hoo(t1)") = D (Hoo(t2)") (5.1)

for all n € N via induction on n. The case n =1 is clear. Now assume (5.1) holds for some
n > 1. Then ¢ € D (Huo(t1)""!) implies that Heo(t1)"1) € D(Hoo(t1)) = D(Hoo(t2)), and
as the Hamiltonians commute, Hy(t2)) € D (Hoo(t1)") = D (Hoo(t2)™). Thus we conclude
that ¢ € D (Hoo (tg)”“), which completes the induction. The second part of Theorem 5.1
is an immediate consequence of this. ]

5.2 INVARIANCE OF THE DOMAIN OF THE QUANTUM HARMONIC
OSCILLATOR

We now reveal the invariant subspace which is most relevant for Chapter 6, the domain of
the quantum harmonic oscillator

D (x* +p?) = {¢ € L*(RY) : (x* + p*)y € L*(RY)}.

The Hamiltonian Hos. = x? + p? is self-adjoint on this domain. A rigorous proof can be
found in [53, Ch. 1.8] and [54, Ch. 5.14.5].

The general idea (for simplicity for dimension d = 1) is the following: one observes that the
space

N

~ T

D :={p(x)e” 2 : p(z) polynomial} C D (x2 + p2)
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5.2 Invariance of the Domain of the Quantum Harmonic Oscillator

is not only dense in LQ(R) but alscl invariant under Hyg.. It is furthermore easy to see that
Hgs is a symmetric operator on D. With creation and annihilation operator, one derives
the normalised eigenfunctions of Hgg,

1 x2
H,(z)e =z (5.2)
as solutions of the equation

Hocbu(a) = (4 3 ) nlo).

H, (z) are the Hermite polynomials, given by

Hy(z) = (—1)"612ie*12.

dz™

The normalised eigenfunctions {¢,, },en form an orthonormal basis in LZ(R) in which Hgg
reduces to diagonal form. Hence we conclude that it is self-adjoint on the domain

D(Hose) = {w cL’®): Y |(n+3) W, )| < oo} .
n=0

Recalling the orthonormality of the eigenfunctions and the symmetry of Hosc, we can express
this equivalently as

ST+ ) )P = |2 + 20|
n=0

In other words, (X2 +p2, D(x? + p2)) is a self-adjoint extension of (HOSC, 13) The argument

generalises easily to higher dimensions.

Before addressing the invariance of D(x? + p?), we state and show a lemma which is crucial
for the proof.

Lemma 5.2.
D (x* 4+ p®) = D(x*) N D(p?) (5.3)

and
Ip%0||” + [[<2¢||” < || + pD)e|| + 24|12 (5.4)

for all p € D (x2 —|—p2).

In particular, (a) |p%||° < |2+l +2d |0l
) 2e]” < 6 +pel” +2d el
(¢) Ix-pell” = |p-xpl
< |Ix%el Ip*e]| + 2lIplell I xlell
< (3d+2)(]|+p2e|” + llel?).
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The idea of the proof is the following: we note first that
D+ p%) 2D () 1D (p?)

as an immediate consequence of the triangle inequality. Then we show that ||x - p¢|| and
IIp - x¢|| exist for any ¢ € D (XQ) NnD (p2). Using the thus gained knowledge that in this
case py € D(x) and xp € D(p), we arrive at an estimate yielding (5.4) — but only for
peD (X2) ND (p2) —, therein relying on the commutation relation

[, ] = 10 (5.5)

The inclusion C in (5.3) is then implied by (5.4), which finally enables us to derive assertions

(a) to (c).

Proof. Let ¢ € D (x2) ND (p2). Then

|(x* + %) o|| < [|¥*¢]| + [[P*¢|| < o0,

hence
D (x*+p®) 2D (x*) N D (p?). (5.6)

For ¢ € D (X2) NnD (p2), it is a priori not clear whether x - py and p - xp are elements of
L?*(R%), and consequently it is questionable whether the expressions ||x - pp|| and ||p - x¢p||
exist. Hence our first task is to provide proof that these objects are indeed well-defined; in
other words, we need to show that py € D(x) and x¢ € D(p).

Applying the CAUCHY-SCHWARZ inequality in the Euclidean scalar product, we compute

[ xpetofax < [ ve60f =Y [ Xm0 (5.7)

Rd R4 -7 1 R4

Formally, this can be expressed as

d d
Z (i, X°pjep) = (PP, X%0) + 20 > (pjip, x50) (5.8)
j=1 j=1
where we have used the commutation relation
[pj, x?] = —2ix;. (5.9)

The existence of ||x - pyp|| is then easily established by means of the CAUCHY-SCHWARZ
inequality.

Caution should however be exercised when moving (self-adjoint) operators from one slot of
an L2(R%)-scalar product to the other. Whereas the right hand side of (5.7) is well-defined,
(5.8) is not because x%p;¢ is not necessarily an element of L2(R%). In order to render (5.8)

rigorous, we define the function
2
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5.2 Invariance of the Domain of the Quantum Harmonic Oscillator

and denote the corresponding multiplication operator by F.. The use of this operator is
inspired by a work of RADIN and SIMON [17]. We claim that F; is a symmetric and bounded
operator from H'(RY) to H'(R?), and prove this in Lemma 5.3 below. We then proceed as
follows: observing that

Fo(x) &5 2,
we show that the expression
[ F60 Vol i (5.10)
R4
is uniformly bounded in ¢, hence the theorem of dominated convergence applies and we may
consequently interchange the limit ¢ — 0 and the integral. Thus it suffices to estimate (5.10),

which we can handle in the spirit of (5.8) as F. maps into H!(R9).
Let us first establish the uniform boundedness of (5.10). We have

d
(510 =Y [ F3500050(x)dx

j_l Rd

d
(pjo, Fepjp)

<
I
—_

I
M=~

( (P30, Feo) + (i@, [Fe,pj] ) )

.
Il
—

where all terms are well-defined because, as a consequence of ¢ € D(p?), we know that
F.p € HY(RY), F.pjp € HY(R?) and p;F.p € L*(R?). The commutator
Qixj

(5.11)

is antisymmetric and bounded from H'(R?) to H!(R?) as a consequence of Lemma 5.3 below.
Thus
(5.10) = (pp, Fep) + i{(VE) - P, 0)
2
2 X . X-p
= 2 _—
<p 12 1+€X2§0>+ Z<(1+€X2)2¢’¢> (512)

x|
< <P2<P7X290> +2 ‘<|P|807 m@ :

This can be upper bounded by
(5.10) < [[p?¢|| e || + 2l xlell < oo, (5.13)

where we have used the estimates

x2 x
2 ‘ ‘ d

< d < v R, 5.14

[T o2 =X an 1+ ex2)? x| X € (5.14)
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5 Invariant Domains of the Hamiltonian in Dipole Approximation

Clearly, (5.13) is bounded uniformly in &, hence the theorem of dominated convergence
applies in (5.10). We thus obtain for (5.7)

[ e peGo i < i [ F.0) (900 dx

Rd Rd (5.15)
< [[p%¢|| ¢ + 2 lllplell %Il
hence ||x - py|| exists for any ¢ € D (x?) N D (p?)
From this result we conclude that ||p - x¢|| is also well-defined, as
[ 1o xoG)Pix =[x potx) - idgofax
R4 R4
< (Ix - pgl + dlpl])? < oo,
hence
Ip-x0]|* = (x- pp — idip, x - pp — idyp)
= [l - pell* + d* llolI* + id (g, [x, Ply) (5.16)
= |l - pel®.
With (5.15) and (5.16), we can now prove (5.4) for ¢ € D (x*) N D (p?). Consider
162+ p)ell” = lIp%e” = [l + (p*e. %) + (FPop0) . (5.17)
Let us first examine the third term in (5.17). Formally, one computes
d
(PPe,x%0) = > (o, pixp) Z( so,pjx2pj<p>+<90,pj[pj,x2]so>)
= = (5.18)

- z lzpjoll? —2zZ (o, pjzip)

7,k=1
but has to deal with the same problems of ill-definedness as in (5.8). Hence we take again
the detour via the bounded operator F. and compute with (5.11)
d

(p*p, Fep)y =) (pjp,pjFo)
1

<.
Il

I
.M&

( (pj, Fepjp) + (pjw, [pj, Felp)

<
Il
—_

[
M~

Iy
o Fpio) — 2 pap. — .
- (<pj90: 5p]90> v <]93807 (1 —|—€X2)2S0>>

The expression is clearly bounded uniformly in € as |<p290, Fsg0>’ < szgoH HX2<pH. Hence

<.
Il

(p*p,x%p) = lim <p2s07 F.p)

Z lzkpjell? —222 0, DjT;p) -

7,k=1

(5.19)
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5.2 Invariance of the Domain of the Quantum Harmonic Oscillator

Analogously, we obtain

d d
(P, p%0) = Y llakpiell® +2i > (0, 25p0) - (5.20)
k=1 j=1

Insertion of (5.19) and (5.20) into (5.17) yields

d d
162+ p2)e||” = [P + el +2 D llzapjell® +2i Y (@, [, b))
j.k=1 j=1 (5-21)

2 2 2
= [[p*ell” + [l — 2d 1"
proving (5.4) for ¢ € D (x?) N D (p?).
With this result we can show (5.3): From (5.21) it is clear that ¢ € D (x* + p?) implies
peD (X2) ND (p2), which together with (5.6) proves the statement. Naturally all estimates

made so far are thus automatically valid for ¢ € D (x2 + p2), yielding (5.4) without any
restriction.

Assertions (a) and (b) are an immediate consequence of (5.4). In order to verify (c), we
apply (a) and (b) to (5.15) and obtain

I poll? = Ip - x¢l* < 3 |<2¢|” + L [[p%e|” + |[I<21¢|]” + |[Ipl¢|”

<3|+ pDe| + 3d +2) |l (5.22)
(3d+2) (]| + )l + llel?)

where we have used the estimate (4.19) and

A

IN

lIxlel® < [|x20])* + llel?
and
lplel? < [[p%e||” + Nl
]

We still need to prove the boundedness of F. and 0;F;. Naturally the bound will not be

uniform in €, as F. == x2 and x2 is unbounded on H' (RY).
Lemma 5.3. Let € > 0. Define

F.:R* — R
%2
T 1ltex?
and let I, denote the corresponding multiplication operator. Analogously, 0;F; is the multi-
plication operator corresponding to

x — F.(x)

21‘j
(1 +ex?)?

for j =1,...,d. Then the restrictions of F; and 0;F; to HY(RY) are symmetric and bounded
as operators from H'(RY) to H'(RY).

9jFe(x) =
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5 Invariant Domains of the Hamiltonian in Dipole Approximation

Proof. The symmetry of both F. and 0;F; is obvious as they are multiplication operators
corresponding to real-valued functions. To show the boundedness of F., let ¢ € H'(R).
According to the definition of the Sobolev norm,

IE0|* = |F|? + |V (F)|. (5.23)

The first term in (5.23) can be estimated as

%2
Fal’ = [ |- ‘ dx < = 24
1Bl = [ |2 0] ax < S 10l (524)
Rd
where we have used the approximation
x2 1 1 1
—=-(1- < - 5.25
14 ex? 5< 1+5x2>_5 (5.25)

With (5.25) and the fact that (1 +ex?)~3 < 1, we compute for the second term in (5.23)

d
IV (Fe)|? = > (05F) ¢ + Feojb|?

Jj=1

d
<23 (1@l + 1F-0501)
j=1 (5.26)

_ 2
‘2/<1+ex2> [(x) d"”;/ OG0l dx
Rd Rd

- WH + HVW!

where we have in the second line used the estimate (c + d)? < 2(c? + d?) for ¢,d > 0 as a
consequence of (4.19). Together, (5.24) and (5.26) yield

| Fetbllzn ey 1,1
HFeH%II(Rd)HHl(Rd) = sup 7( S C ( + > ,
vem @) ¥l e
w#o

proving the boundedness of Fr.
For 0;F., we proceed analogously. Using the same reasoning as in (5.26), we compute

10 F) 2 gy = @ F)I + 19 ((0F2))]?

C
— (Ox0; F: 0;F:) (0,
= Il +;u 03 Fo )+ (95F2) (010) 527
C’
< el +2Z|r (kD P +2Z||aF @)
k=1 k=1
With 05
OO F() = oty —

(1+ex2)2  (1+4ex2)3’
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5.2 Invariance of the Domain of the Quantum Harmonic Oscillator

the second term in (5.27) can be estimated as

d
TEXj
2> " [|10k0; Fe)|? < 22/‘2% —&s ] )2 (x)|2dx
k=1 k=
2 .732
] 2
<CZ/<51W+€ )2 R )WJ( )|Fdx
< Clly|*.
For the third term in (5.27), we obtain
d c
2 @ F) @0w)* < — V9.
k=1

Together, this yields

1
160, F ¥l e < © (W1 + 2 1V01P).

thus
1

which finally proves the lemma. O

Based on Lemma 5.2, we can now state and prove a theorem yielding the invariance of the
domain D(x? 4 p?) of the quantum harmonic oscillator under the time evolution Us(t, ).
This space is characterised by the span of the normalised eigenfunctions (5.2), which pro-
vides a core for x2 + p2. More important for our purposes is however the observation that
the functions in D(x? + p?) have finite second and fourth momenta in both position and
momentum, i.e.

(. 320) = [[x|g]? < o0, (,x*0) = [x*0]* < oo,

(5.28)
(,p*0) = |[Vo|> < oo, (¥, p") = ||-Ay|* < o

for each 1 € D(x? + p?). The invariance of D(x? 4 p?) — which we will prove now — implies
that the property (5.28) is maintained under the time evolution: starting with an initial
wave function in D(x? + p?) we may be assured that none of the time-evolved moments
(5.28) will ever diverge.
Theorem 5.4. Let Hoo(t) and Ux(t,t0) be defined as in Theorem 4.1. Then

Uss(t,t0)D (x* + p*) =D (x* + p?), (5.29)

i.e. D (x*+p?) is invariant under Us(t,to).
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5 Invariant Domains of the Hamiltonian in Dipole Approximation

The idea for the proof is taken from HUANG [18, Theorem 3.1], and has been adapted to the
situation at hand. We apply the most general version of KATO’s theorem (Theorem 3.41)
to X = L?(R%) and A(t) = iHu(t), but this time do not choose Y™ as the domain of H,(t).
Instead, we take the space D (X2 + p2), which is made a Banach space by endowing it with
the graph norm of x? + p2. The inclusion C in (5.29) is then a consequence of assertion (e)
of Theorem 3.41.

Proof of Theorem 5.4. Define the graph norm
Il = -+ ] + %) -] - (5.30)
As x? + p? is a self-adjoint operator, the space
D= (D (x*+p?).[lp)

is a Banach space according to Lemma 3.4. It is continuously embedded into L?(R?) as

Il 1]l
|1l 2(pd) = SUP ——— = sup <1. (5.31)
DLAED = len [90llp — veb [0 + 1162 + )¢
¥#0 Y0

D is dense in L?(R%) because S(RY) C D and S(RY) is dense in L?(R?). Thus the basic
requirements of Theorem 3.41 are met.

Whereas assumption (i) of Theorem 3.38 has already been verified in the previous chapter,
(iii) needs to be shown for D. The requirement D C H?(R?) is an immediate consequence
of Lemma 5.2. In order to prove the rest of (iii), we need the following auxiliary lemma.

Lemma 5.5. Let W (t) be defined as in Chapter 4. Then
Wao(t) << x* 4 p°.
As a consequence, Huo(t) + %2 is self-adjoint on D.
Proof. We already know that Wy (t) << p? (Lemma 4.4). Hence condition (i) of the defi-

nition of infinitesimal boundedness (Definition 3.6) is clearly fulfilled, as each element ¢ of
D(x? + p?) is also in D(—A). Thus there exist 0 < &, C. < oo such that

Weo (W)l < €[[p%0]| + Ce [lol] < 0.

The second requirement of infinitesimal boundedness follows immediately from Lemma 5.2,
as

Wae ()|l < e||(x* +pHe|| + (2d + Ce) ||l - (5.32)

The last statement of Lemma 5.5 is a direct consequence of the KATO-RELLICH theorem
(Theorem 3.8). O
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5.2 Invariance of the Domain of the Quantum Harmonic Oscillator

Now we verify assumption (iii). We must show that iH(t) € L£(D,L*(R?%)) and that
t — iHoo(t) is norm-continuous with respect to ||| p_, j2(ga). The former holds true since

[P?9|[ + [Weo ()|

||H00(t)HD—>L2(Rd) < sup
veD 1¥1lp
»#0
< A #3200+ 4 + C) o]
~ veD ¥l
$#0
<4d+C:+e,
where we have used (5.32) and Lemma 5.2a. With the abbreviation ||| p_, ;2ga) = [|*[op: we
compute
2 2, 42
+x +2d
Ip?[| = sup [p* || < (p &l Il 2. (5.33)
P yep IWlp ~ ven 1%l p
Y70 P#0
and consequently
Iplllgp < |1 +p?[],, <1+ 2d. (5.34)

Hence

[ Hoo(t1) — Hos(t2)llop < 2a(0,wt1) — a0, wta)| [|[plllop + 52 [2(0,wt1)? — a(0,wt2)?| |1,
< 2(1+2d)|a(0,wt) — a(0, wts)| + = |a(0, wt1)? — a(0, wty)?

which implies the norm continuity as a consequence of the mean value theorem, analogously
to (4.36) to (4.39) in Chapter 4.2.3.

It remains to verify condition (ii”) of Theorem 3.41. To this end, we define
S(t) := i(Hoo(t) + %) + 1.

This is an isomorphism because, according to the HILLE-YOSIDA theorem (Theorem 3.31),
1€ p(—i(Huo(t) +x2)) as Huo(t) +x2 is self-adjoint. The fact that ¢ — S(¢) is continuously
differentiable with respect to [|-||,, can be seen analogously to section 4.2.4, (4.42) to (4.44),
using (5.31) and (5.34).

Our aim is it now to find an operator B(t) € L(L?*(R%)) such that S(t)iH(t)S(t)"! =
iHoo(t) + B(t). We rewrite

S(t)iHoo(t)S(t) ™" = iHoo(t) + [S(t), iHoo (£)] S(1) ",
The commutator can be computed as
[i(Hoo(t) +x%) + 1,iHoo(t)] = — [x*, Hoo(t)] = Za(0,wt) - x — 2i{x, p}.

Thus we obtain ‘
B(t) = (%a(&wt} - X — 2i{x,p}) S(t)_l.

Before we can show that B(t) is indeed bounded, we need to prove a lemma which is analogue
to Lemma 4.5, establishing the uniform equivalence of the graph norm of H(t) and the
Sobolev norm. Here, D plays the role of H?(R?) whereas Ho(t) + x? corresponds to H(t).
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5 Invariant Domains of the Hamiltonian in Dipole Approximation

Lemma 5.6. There exists a constant C > 0 such that [|-||, < C'[|-||_ (1) 4x2 uniformly in t.

Proof. Let v € D and let £ and C. denote the coefficients of infinitesimal x?+p?-boundedness
of Wuo(t). Then

[(Hoo(t) +x2)9[| > [|(p” +x*)9|| = [Wee(O)9[| = (1 =€) [|(p® +x*)9]| = Cc (9],

n 1) ol

implying the statement of the lemma. O

hence

92 5+ 01 < = ) 4520 + (7255

The operator norm of B(t) on L?(R%) is given by

IBOI < (2014, PHpos 2y + 3Ca lxlll o2 ) (SO ™ |2z

~ (5.35)
<C HS(t) HLQ(Rd)%D ’
with Cj as in (4.24). We have for this purpose exploited that
I{=, P}l pr2may < 211x - Pllpor2(rey < 2V3d + 2 (5.36)
due to Lemma 5.2, and that
1€l pos p2may < 1+ (1% o ey < 2d+1 (5.37)

analogously to 5.34. In accordance with Lemma 5.6, the norm of S(¢)~! can be estimated
as

(ElOR P
i () + x2) [i(Hoo(5) + x2) + 1] 7 | + [ Ra (=i Hoo ) + x2)|
su
=% it o
P70
<3C,

analogously to the reasoning that led to (4.34). Inserting this result into (5.35), we conclude
that B(t) is bounded uniformly in ¢.

The last step is to verify that ¢t — B(t) is strongly continuous. From (5.35) we observe that
for some constant C,

1B(t) — Bl < C|S(t1)™" = S(t2)™ | oy (5.38)

thus it suffices to establish the strong continuity of ¢ — S(¢). This is due to the second
resolvent identity (Theorem 3.13), as

8t2)" = S(t2) = [[Ba(=i(Hoo(t1) +5%)) = Ba(=i(Hoo(t2) + %) | gt
= [S(t) ™ (Hoo(t1) = Hoo(£2))S (t2) ™ || 2 gy

<C ”Hoo(tl) - Hoo(t2)||D—>L2(Rd)

- HL2(R‘1)—>D

82



5.2 Invariance of the Domain of the Quantum Harmonic Oscillator

for some constant C, due to the uniform boundedness of S(¢)~!. The continuity of ¢ — B(t)1)
for any ¢ € D is therefore implied by the norm-continuity of ¢ — Hu(t), which was estab-
lished in Chapter 4.

It only remains to show the inclusion D in (5.29), which is according to the semigroup
property equivalent to the statement that

Uso(to,t)D C D.

One can perform the proof of KATO’s theorem (Theorem 3.38) with the roles of ¢ and s
exchanged, and thus derive a unitary time evolution U(t,s)* = U(s,t) for t > s, which
displays the same properties as the old operator U(t, s) upon exchance of s and ¢t. Therefore
all the steps leading to C in (5.29) yield the desired inclusion 2O, when applied to the adjoint
operator Us(to,t). O
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6 ESTIMATE OF THE RATE OF CONVERGENCE

The object of this chapter is to determine the rate of convergence of Uy(t,ty) towards
Uso(t,tg). In particular, we would like to assess how the error shrinks with growing A,
and which influence is attributed to the time during which the external field interacts with
the electron. Physically, one expects the error to be in leading order inversely proportional
to the wavelength, as we have truncated the Taylor expansion (2.6) of the field after the
zeroth-order term. It is also expectable that the approximation deteriorates in some way
with growing time: an external field pumping energy into the system might sooner or later
make the electron move out of the regime where the dipole approximation is valid. Note
in this context that the kinetic energy of the electron in dipole approximation is uniformly
bounded in time, which is not necessarily true for an electron evolving under the exact time
evolution.

In Section 4.4, we have argued that it does not make sense to include all possible L?(RY)-
functions in the estimate of the kinetic energy. The same is the case here: no Coulomb
potential could possibly confine an electron corresponding to a wave function with infinite
kinetic energy, it would be arbitrarily far away from the nucleus within finite time. For such
states, the strongest statement possible is that the convergence happens eventually, but only
just in the ultimate limit A — oo. This was already proved in Theorem 4.1.

For the dipole approximation to be viable for reasonably large A, we demand that the electron
be originally rather localised around the nucleus. As we have seen in Chapter 5, the domain
D(x? + p?) of the harmonic oscillator is left invariant by the time evolution U (t,to). All
its elements have finite second and fourth moments in position as well as in momentum
(5.28). We will now show that this localisation suffices to achieve an estimate for the rate
of convergence.

6.1 RIGOROUS RESULT

Theorem 6.1. Let ¢ € D(x? + p?). With definitions and assumptions as in Theorem 4.1
and under the additional assumption

(A5) [|05a:(-, )|, < C < oo uniformly int fori,j=1,...,d,

it holds that .
(L+1)2

[(UA.0) = Use (1, 0))0]| < €~

for some constant C' depending on 1, a, w and V.

We have included the additional assumption (A5) that the first spatial derivative of the
external field be bounded. It can easily be verified that this assumption is fulfilled by the
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physically relevant examples from Section 4.1.2. Furthermore, we have put tg = 0 to simplify
the notation.

Proof. Since a(-,wt) € C?(R4,R%) for each t € [0, T], we may express it as a Taylor polyno-
mial with remainder,

a (%,wt) =a(0,wt)+ Ry (%,wt) )
The remainder is given by the Lagrange formula [55, Ch. 2.4] as

d
Ry (¥, wt) = %Zﬁja(f,wt)xj,

j=1
for some ¢ on the line segment [0, ¥]. After an analogous consideration for a ( /\,wt) we
obtain
d
a (¥ wt) —a(0,wt) =) da(,wt) (6.1)
j=1
and
a(f,wt)2 28 a(¢, wt)?) . (6.2)

Let ¢ € D(x? + p?). As this implies that ¢ € H 2(]Rd), the difference between the exact and
the approximated time evolution operator H (U,\(t, to) — Uso(t, to))¢H is given by (4.68) and
(4.69).

With (6.1) and (6.2), (4.68) and (4.69) yield

: 2\ 2
| (UA(t,t0) — Uss(t, t0)) || < ds /dx Zazj a(g, ws) Y (x)

t“ Re . (63)
2\ 2

+/ds /dx ijaag,m V(x)

Due to assumption (A5), we can define a constant Cs by

Cs:= sup max {||aja(.,wt)||oo,||aj (a(-,wt)2)Hoo} < . (6.4)

te[0,T] 1<5<d

Furthermore,
2

d 2

11 < d? < d%x2. )
Slel| < e (65)
]:

Hence with (6.4) and (6.5),

VI

t

d
| (Ux(t, t0) — Uss(t, t0)) || < wz)\cg,/ds /dxngox)‘QX2
to R4
t

2
+(§\C5/d5 /dx|V¢§°(x)|2x2

to R4

[NIE
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6.1 Rigorous Result

The dx-integral contained in the first term of (6.6) can be written compactly as

[ xl o = v,

R4
which is well-defined as 1f° € D(x? + p?) — we have chosen ¢ € D(x? + p?), and this set
is invariant under the time evolution as shown in Theorem 5.4. Hence x%y® € L2(R?).
As argued in Section 5.2, it is impossible to proceed analogously with the corresponding

dx-integral in the second term, for x29;4° is not necessarily an element of L?(R%). We will
therefore take again the detour via the bounded operator Fr.

We need to estimate the expression

t

dC 1
| @xttsto) = Ut o)) < 52 [ ds(wexuze)’ (67)
to
i 3
2d.C
+ w>\5/ds /dx|v¢§°(x)|2x2 . (6.8)
to R4

In the following, we will examine (6.7) and (6.8) separately.

Estimate of (6.7). Let ¢ € D(x? + p?) and t € [0,7]. Then, as a consequence of the
Schrédinger equation,

(0T XY = i (Hoo (D7, X707%) — i (X0, Hoo (D)477)
= i (P2, xPu) — (0, ) ) (6.9)

2 ((a(0.00) - pU®.x0) — (U, a 0.01) - pUi) ).

Formally, this can be evaluated as

%<wztooaxz¢fo> :i<¢§ov[Hoo(t))X2]¢?o>
=2, {p, x}up°) — 5 (0%, a0, wt) - xyf°),

where we have used the commutator

(6.10)

[Hoo(t),x?] = —2i{p,x} + L£a (0,wt) - x.

We must however be careful with these operations, as Hoo (t)x25° and x2? Hy(t)5° are not
necessarily elements of L?(R?). To render (6.10) rigorous, we make again use of the operator
F, from Lemma 5.3. From (5.19) and (5.20) we already know that

(P25°, xP45°) — (3%, PP ) = —2i (45°, {p, x} %) (6.11)
Proceeding analogously, we compute
(2 (0,wt) - P, x%0%) — (%, a (0, wt) - pYi) = lim (47, (0,wt) - [, FLJ455°)
= —2i (1, a (0, wt) - X%,

(6.12)
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where we have used that (¢7°, [p;, F£]¢°) is bounded uniformly in € according to Lemma
5.3. Insertion of (6.11) and (6.12) into (6.9) confirms the formal result (6.10). It can be
further estimated as

% <¢?O7X2¢too> = 2<1/Jfo7{PaX}1/’fo> - % <¢?O7a(05wt) XT/]?O>
< 4llplwf | 1wl + 5Ca 1wl x|l

1
= 2(u°, x%°)? (2Vel + 2Ca vl ),
with C, defined as in (4.24). Thus
i( 00 (2,/,00 % < 2|V 20
4 (v, x25)? ) <2V + 2Ca ¥,

and accordingly
t
1 1
(30, X205V E < (,3%0) 42 / IV ds + 2Ca |16 (¢ - to). (6.13)
to

This is a consequence of the monotonicity of the integral. As {° is the wave function
evolving under the time evolution generated by the Hamiltonian in dipole approximation,
we can use the result of Lemma 4.8,

IVl < Ca (VRN + 191D (6.14)

with Cy defined as in (4.65). Insertion of (6.14) into (6.13) yields

1 1 Ca
ety < (oot 120 (190l + (14 55 ) ol ). (619
With the abbreviation
v 8) = Ca (19911 + (1+ 5 ) 101, (6.16)
this can be written compactly as
(65°, x205°)E < (1, %292 + 20 v ()t — to). (6.17)

Hence (6.7) has the upper bound

dCs

) < ——=
(6.7) < ALY

23 (4 23t
(0, x*0)? (t— to) + 200av (V) (5 — 50 —tho) |,

which for ty = 0 simplifies to

SH

6.7) < 20 ((w.x2)

w?

N

E+ v (V) ). (6.18)
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Estimate of (6.8). In Section 5.2, we have already proved that

N

/|V¢§°(X)I2X2dx < (1= A ]| + 2 [Vl (w72, x*9)

R4

(6.19)

((5.10) to (5.15)). The only unknown quantity in (6.19) is ||x?4¢°||, of which we only know
that it exists as ¥ € D(x?). Thus an estimate of this will be our next step.

Formally, we compute analogously to the estimate of <wl?°, x2w§°>

4 (oo xhpo) = i (4, [Hao(t), 4 J5°)
= 406 {p, PP — & (4, a (0, wi) - XP0E)
< 8 x| (1%, x10)E 4 B0 (5%, X2 T (1, x ) ?

< (e, x1) (8 (IoPusell (e x5 ® + 2 lplupell (w7, x205)?)

N

1
+2c., <w?°,x2w§’°>2)
fe'e) 4N .00 % oo |\ & 8 0o 2,00 %
< (U8, (L+x)9) (8 (I-Avl +2 [ Ve )? + ECa (v, x20°) 1) |
where we have used the commutator
[Hoo (), x"] = —4i{p,x*} + &a (0,wt) - x*
as well as
(9%, x20%) < (9%, (L+xM)e®)  and (9%, x ) < (9%, (1+x1)y7) .

This must however be taken with a grain of salt, as X4w§° is not necessarily an element of
LQ(Rd) and hence the scalar product is possibly not well defined. Therefore, we use again
the auxiliary operator F.. Noting that F2 maps elements from H'(R?%) to H'(R?) and that

(i, P2 < x| < oo

is bounded uniformly in € as ¥ € D(x? + p?), we compute
L, F2U°) = i (Hoo (1)05°, F2U°) — i (F247°, Hoo (1))
— i (P2, F2ur) — (F2ui, p*ui) )
— 2((a(0,wt) - PYi®, F2U5) — (F20i%,a (0,wt) - pU°) ).
We evaluate separately
(PP07°, F247°) — (F20i, p*0i) = (pvf®, [p, F2IU7°) + (Ui, [p, F2] - pYi)
— <2 (W, (V) + (0%, FL(VE) - pyi) )
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and
<a(O>Wt) owo,FaQw?O> - <F52¢1?07a(07(")t) ’ p¢?o> = <wz?oaa(07ww ' [p,FEZ]w?o>
= —2i (Y, a(0,wt) - (VF) Feby®) .
Here, VF; denotes the multiplication operator corresponding to the gradient

2x

VF.(x) = At ex2)?

: (6.20)

which is, according to Lemma 5.3, symmetric and bounded from H'(R%) to H'(R?). Hence

LN Fy ) = (0, F2°)
= 2%, p - (VE)Foyb®) + 2 (¢, F.(VFz) - piy°)
— 2 (¢, a(0,wt) - (VF.) o)
< A [(VE) - pus®l| + 2Ca ||V |y || | Feyi®|

1
= 4 (U F20)? (I(VE) - puill + S IVERE ). (621)
With (6.20), the second term within the brackets in (6.21) can be estimated as
oo (12 4x? 00 2 o) 00
IIVFe|®|" = mhﬂt (x)[7dx < 4 (b°, Feb®) - (6.22)

R4

For the first term, we apply the CAUCHY-SCHWARZ inequality in the Euclidean scalar pro-
duct and obtain analogously

I(VE) - pu®|? < 4 / F ()| Ve ()P
R? (6.23)

< Pt IFwil + 8 plfell (wfe, Fef)?
where we have made use of (5.12). Insertion of (6.22) and (6.23) into (6.21) yields
B2 F2°)
1
A (9, F2ye)® ((4!\—A1/1t°°|| (g, F2u5°) 2 + 8 [V | (05, Fuus®)

=

[ NI
N|=

)

2Ca <¢§°7Fawé’°>5>

NG

)

3 1 00 o)
<A, L+ F2)pe) (Q(H—Awi”II +2[[ VYRl + 2Ca (9%, i)
analogously to the formal consideration. Observing that
i (TS F20T°) = G (o, (L4 F2)UP)

due to the unitarity of the time evolution, we infer

ST

4 (e, 1+ Fue) ) < 2(11-Adf] + 2 V9 ) ¥ + 2Ca (677, Fe)
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and accordingly

el

t
w2 [ (I-auzl +21vuiEl)Has

to

(65, (1 + F2)g) T < (1, (1 + F2))

t
1
+5Ca/< o0 Fap)i ds.
to
Thus

t
[ Fepg®|| < ((\|¢\|+HFE¢II / II—A¢§°H+2IIV¢§°II)%
to

t
+ 2 /<ws 9 E¢s > > bl
to
where we have used that

(5%, F245°) < (4%, (1+ F2)05°) < ([[0] + | Fel] )

All terms being bounded uniformly in £, we may apply the theorem of dominated convergence
0 (6.24) and conclude

(6.24)

t

x| S<( ol + [l ) 2 +2 / (I-2] +2(|Ve])

+2C, /<ws, x23°) i d )2.

With the aid of Lemma 4.8, we estimate

(-2 + 2 [Vl ) 2 < By (),

where we have introduced the abbreviation

1
By () = (||*A¢|| +2[Vyll+ 3] )2. (6.26)
For simplicity, we consider in the following only the case ¢y = 0. Then (6.25) yields

[NIES

(6.25)

t ) 2
| < ((w+ Ix20l])* + 28 ()t + 2 | (<w,x2w>%+2aw,a,v<w>s)2ds)
0

Njw

2 Ca

m [ <<zp, x2w>% + 20,27 (V) t)

o)

3\ 2
< (( ol + B ) + 260 ()t + o av (@) (0,36 + 200av (1) 1) ) ,

= (( ol + ||| )2 + 26y ()t +
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with ay v (%) as in (6.16) and with the abbreviation

2C,
’Yw,a,v(w) = m

This can be further evaluated as
e < el + [l
4 (el + [[x2]]) ? By () ¢
(04 202 27 (8) (6 X20)% + 200 av ()1
+ 4By () ?

A (0B (9) ((6,5%0)F + 20000 (8)1) "t

Njw

N

1 3
s ()2 (%) + 2001 (8)t)

Now we insert (6.17) and (6.26) into (6.19), which yields

/ V2 () [P < [|— Al [lx2eso]| + 2 IV (52, <2
]Rd

< B ()2 (|| + (0, x36)* + 2000 ()1)

Estimating

Njw

(w)? + 2000y (1) < 1+ ((0.5%0) + 200nv(@)1)

(6.27)

(6.28)

=1+ <z/;, x2¢> +4 <w, X2¢>% ayav()t+ 4aw,ay(¢)2 t2

and expanding the last term in (6.28), we obtain

/ \Vlbfo (X)‘ZXQdX < 5v(¢)2 (5w,a,V<w) + 2'l“z,u,a,V(w)t + Cw,a,V(w)tQ + nw,a,v(¢)t3),
R4

where

Suayv(®) = 0]+ || + 2708 () (9] + HX%H)% (1+ (¢, x*)) + <w,x2¢>%

+’Yw,a,V(1/})2 <¢7 X2¢>% ’
5w,a,V(¢) = zaw,a,V(w) + 4/8\/(1/])’)/1.0,21,\/(7/])

2 (4, 5%) (2wav ()By (¥) + 0oy (V) way (V)?)

A (Il (2] (Br () + 2 (6, X20)% twav (@) rar (),

[

Cw,a,V(w) = 4/6\/(1/})2 +8 (||1/1H =+ Hx2¢H) 2 ’Yw,a,V(w)aw,a,V(wﬁ

1

+4 <'¢, X2¢> 2 Qy.aV (w)'Yw,a,V (@b) (451/ (¢) + 301w,a,V(¢)'7w,a,V(¢)> s

nw,a,V(w) = 8aw,a,\/(w)27w,a,\/(¢) (25V(¢) + aw,a,V(¢)7w,a,V(¢)> .
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Thus
t
2dC5 2 s %
(6.8) < =28y (v) 0/ (Gwav () + cay (¥) 5 + Coav (9) 5 + nuav () 8*) *ds (6.29)
B 2dCs
= AV F ()

The integral in (6.29) can be evaluated exactly. Its solution is however extremely long, and
as the explicit form does not provide any deeper insight we refrain from exposing it here. It
suffices to note that the solution F'(t) is clearly a continuous function.

We finally obtain the rate of convergence for 1 € D(x? + p?) as

aCs

H(UA(LtO) - Uw(tatﬂ))¢“ < 5

[j} (0.3%0) ¢ + Qv @)2) +28rW)F ()| 5.

To convey a sense of its behaviour, we estimate the integrand in (6.29) very roughly by its
leading order term ~ t*?: observing that

s<l+sPand s>2<1+s°fors>0

and
3

< (a% —i—b%s)§ for a,b,s > 0,

N|=

(a+ bs®)

we estimate the integral in (6.29) as

D=

/ ((5&,@,\/(7,[)) + 60_;,37\/(1,0) + Cw,a,V(w)) + (5w,a,V(w) + Cw,a,V(w) + nw,a,V(w)) 53> ds
0

wl—
Njw

<

((5w,a,V(¢) + 5w,a,V(¢) + Cw,a,V(@b))% + (Ew,a,V(w) + Cw,a,V(w) + nw,a,V("ub)) 5) ds

w|—=

(Ew,a,V(w) + Cw,a,V(w) + nw,a,V(d)»_

o] b O\H_

W=
oy

. <(6w,a,V(w) + 5w,a,V(¢) + Cw,a,V(@Z}))é + (&u,a,V(w) + Cw,a,V(Q;Z)) + nw,a,V("vZ}))

)

2 (du,a,\/(l[)) * Ew,a,v(w) + Cw,a,V(w) + nw,a,V(Q/)))g % g
< ) ( EW,a,V(w) + Cw,a,V(”(/J) + UW,a,V(¢) ) (1 + t) ’

hence F(t) is of leading order t*2. In particular, we conclude

(1+1)3

H(U)\(tytO) - Uoo(t7t0))¢H < C(wawaaa V) A\ )

where C'(¢,w,a, V) is some constant depending on the initial wave function 1, the external
field a, its frequency w and the potential V. O
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6 Estimate of the Rate of Convergence

For sufficiently large ¢ (in particular ¢ > 1) we find as a consequence of Theorem 6.1 that

5 5

[0 t0) — Use(t, )] < O, ) EEDE LB

We have thus recovered the expected dependence on % and seen that the error grows with
the time during which the external field is switched on. The proportionality constant de-
pends on the initial wave function: on its initial localisation, in particular on [[¢]|, <¢, x2¢>
and (1, x*¢), and on its initial regularity, in particular on ||V || and ||—A||. The other
contributing factors are parameters of the external field: its frequency and amplitude as well
as its time and spatial derivatives. The choice of the atomic potential enters through the

constant Cy, which comprises the coefficients of infinitesimal boundedness of V.

6.2 EFFECTIVE BOUNDS

We could now try to transfer this mathematical result to experimental reality by calcu-
lating numerical values for dy a v (%), €wav (%), Cua,v(¥) and 1, av(¢) for relevant initial
wave functions ). While this certainly demands lengthy calculations, the resulting constant
C(¢,w,a,V) would not be particularly illuminating. Our analysis was done for the class of
wave functions we deem the broadest to permit quantitative estimates at all, the elements
of D(x? + p?). Real electrons in real laboratories are however effectively described by much
simpler functions, for instance by elements of C2°(R3). Although it is mathematically not
necessarily true that the support of a C2°(R3)-function remains compact under the time
evolution, in practice one might just consider the support to be the whole laboratory and
neglect the tiny part of the wave function that might escape. For such functions, our esti-
mates simplify considerably from the very beginning due to the compactness of the support:
assume ¥9° would remain effectively in C2°(R?) for the time span of an experiment. Then
we could find some R > 0 such that supp (¢7°) C Bgr(0), and the estimate of (6.3) would
reduce to

1
2\ 2

¢ 3
| (UA(t,0) = Uso(t,0)) || S wi)\/ds / dx > Rja(€,ws) v (x)
0

Br(0) =t
1
2\ 2
9 3
vy [as| [ ax|S R s Vure)
0 Bro) 1771
3C5R 6C1Cs R t
< —
< [258 hu+ SEBE i+ 1vuin) 5
X1
)\’

which grows merely linearly in ¢. In fact, one might achieve an even better effective bound
as the estimate |z;| < R was not particularly subtle.

Our result of Theorem 6.1 is nevertheless valid as a rigorous upper bound on the rate of
convergence. For specific wave functions as they may be prepared in a laboratory, it is
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possible to derive better effective bounds — but this was neither the intention nor is it within
the scope of this thesis.
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7 CONCLUSION

Under usual experimental conditions, an electron moving in an atomic potential and subject
to an external electromagnetic field can be described by a semiclassical Hamiltonian: the
electron is treated quantum mechanically, the field classically. If the electronic wave function
is localised to a sufficiently small area around the nucleus, one may neglect the spatial vari-
ation of the field completely. This simplification is called the dipole approximation because
the resulting Hamiltonian is gauge equivalent to a Hamiltonian describing the interaction of
an electric dipole with a spatially constant electric field.

In this thesis, we have shown that the dipole approximation holds true in the limit of infi-
nite wavelength of the external field, compared to the atomic length scale. To this end, we
have proved the self-adjointness of exact and approximated Hamiltonian by an application of
the KATO-RELLICH theorem. Subsequently, we have established existence, uniqueness and
unitarity of the time evolution operators U)(t,tg) and U (t,to) generated by the respective
Hamiltonians. Two different paths lead to this conclusion: one can either prove the con-
ditions of KATO’s theorems or verify the assumptions of a theorem by YOSIDA. A crucial
ingredient for both proofs is the observation that the graph norms of both Hamiltonians are
equivalent to the Sobolev norm uniformly in time.

We have derived upper bounds for the kinetic energy of a wave function evolving under
Ux(t, to) and Uso(t,to) respectively, the former being exponential and the latter uniform in
time. The strong convergence of U) (¢, ty) towards Us (¢, to) in the limit of A, ¢ — oo has then
been established by expressing the difference between Uy (t,tg) and U (t,to) by the differ-
ence between the Hamiltonians, as a consequence of the theorem of dominated convergence.

The second part has been devoted to an estimate of the rate of the convergence. We have
argued that such an estimate is not possible for every L? (]Rd)—function, but requires at least a
finite kinetic energy and a certain localisation of the time-evolved wave function. Employing
KATO’s theorem again, we have established the invariance of the domain of the quantum
harmonic oscillator under Uy (t,t9). This space ensures finite second and fourth momenta
in both position and momentum, which is sufficient for a quantitative analysis. As a side
result, we have also proved that the set C*°(H (¢)) remains unaltered by the time evolution
in dipole approximation.

For initial wave functions 1 € D(x? + p?), we have derived a rigorous upper bound on the
error term ||(Ux(t,t0) — Uso(t,to))®||. To this end, we have expressed the external field by
its Taylor polynomial and derived estimates for <1p, x2¢> and <¢,x41/1>. We have found the
rate to b% inversely proportional to the wavelength of the external field, and to grow with
time as t2. In particular, the %—dependence meets the physically motivated expectations;
the time-dependence may be improved for specific initial wave functions.
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