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1 Introduction

Quantum Electrodynamics (or QED) is a branch of Quantum Field Theory which modelizes more
particularly the interactions between matter and light. It has been mainly developed by Dyson,
Feynman, Schwinger, and Tomonaga. These last three’s contribution has even been awarded by a
Nobel prize in 1965. It is a theory with an unknown number of particles which has a remarkable
ability of numerical prediction, even if its mathematical background is yet to be found. A
perturbative approach leads to very accurate results but there is still no satisfying variational
formulation of QED. Therefore, we will introduce in this paper a mean-field approximation of
QED which is fully non-perturbative. It has been developed by Hainzl, Lewin, Séré and Solovej
[HLS05b, HLS07, HLS09, HLS05a] after the influence of Chaix, Iracane, and Lions [CI89, CIL89]
and the previous works of Bach, Barbaroux, Helffer and Siedentop [BBHS99]. A review of these
results can be found in [Lew(09].

The model we are going to describe is an approximation of the full QED, where we will
neglect photons and where there is no magnetic field. As a consequence, we cannot expect any
quantitative resut from this approach since most of the physical effects are due to the presence of
photons. However, many qualitative aspects of Quantum Field Theory are present in this theory,
such as renormalization. It is therefore of interest to study such a model. Finally, a variational
formulation may be interesting algorithm-wise, since we minimize a functional.

1.1 The inner difficulties of relativistic models

There exists several ways to establish a N-body relativistic quantum model. First of all, it
seems quite natural to try to adapt the non-relativistic theory to the relativistic case. The
energy operator (or Hamiltonian) of N non-relativistic quantum particles moving in R?® acts on
L2(R3;C)®N. It can be written

N

Hy =) (Bf + Vi) + > Qj,

i=1 i#j

where EF represents the kinetic energy of the i-th particle, V; its potential energy, and ;; the
interaction between the particles ¢ and j (Coulombian for instance). The state of a N-body
quantum system is represented in a general manner by a function 1 € L?(R?*;C)®Y of norm
1, called the wave function of this quantum system. As it is, it does not represent anything
physically but contains all the information of the considered quantum system. Indeed, the quan-
tity |1 (x1,...,7x)|?dz1 ... d2y represents the probability to find the first particle in position
1 € R3 with dz; for error, the second in xp with dxy for error, and so on. More precisely,
|42 represent the presence probability density of the particle. Conversely, the square norm of
the Fourier transform \12(10)|2 is the probability density of momentum p for the particle. The
non-relativistic kinetic energy operator of the particle ¢ is then

1
E7k : ¢ = = Aziwv
i oy
where m; is the mass of the i-th particle, and A, is the Laplacian with respect to the variable
x; € R3. In the relativistic case, the one-particle energy operator does not act on L?(R?;C)

anymore, but on L?(R3;C*), and is written

3
D, := —ica-V +mc?f = —icZakak + mc?p.
k=1



The ay and the § are 4 x 4 self-adjoint matrices, ¢ is the speed of light, m is the mass of the
considered particle, ¢ is the complex number, and V the gradient operator. More precisely,

ﬁ_ IQ 0 an — 0 OL
o 0 —IQ ’ k= O 0 ’

where the (0))k=1,2,3 are the Pauli matrices defined by

101 10— |10
Tl 0|0 2Tl o0 |0 BT lo0 -1 |-
This operator has been introduced by Dirac, and his particularity lies in its spectrum which

is nothing but
o(D,) = (—o0; —mc?| U [mc?; +00),

where the non-relativistic spectrum is
o(—A) = [0; 400).

This difference is fundamental. Indeed, according to a quantum mechanics postulate, the energy
of a quantum system can only be an element of the Hamiltonian’s spectrum. Furthermore, the
study of the state of lowest energy the system can reach (or ground state) is of the greatest
importance for the understanding of the stability of matter. In the non-relativistic case, the
kinetic energy operator is bounded from below, and so is the total Hamiltonian under some
conditions. We are therefore capable of proving the stability of a non-relativisitic molecule.
However, the relativistic kinetic energy is not bounded from below, even for one body. Also,
there is no state of lowest energy and one has to adapt the model.

Remark 1.1. Dirac chose this operator for several reasons. He wanted first an operator which
verifies
(D.)? = —*A + m?c?,

in order to adapt the classical relativistic formula E* = c?p?> + m?c* with the quantum corre-
spondance p < —iV. This relation explains the form of the spectrum of D.. Moreover Dirac
was looking for a local operator, that is a polynomial in the spatial derivatives. Since (D.)? is of
order two, Dirac looked for an operator of order one. However, the lowest dimension where these
equations have a solution is 4. That’s why the () and B are 4 x 4 matrices. The fact that wave
functions must then have 4 components is relevant physically: it may be interpreted as the spin
(up or down) distinction and the matter/antimatter (electron/positron) distinction. One may be
careful with the notion of positron which is not really clear though, but this distinction remains
of first importance.

Remark 1.2. If one ignores the negative part of the Dirac operator’s spectrum, one can see that
it corresponds to a well-known relativistic result: an electron cannot have a kinetic energy lower
than mc?, which is its mass energy.

Dirac’s idea was to interpret the form of his spectrum in the following way. Even if negative
kinetic energy elecrons are not observable, Dirac conjectured the existence of “virtual” electrons
which occupy the negative kinetic energy states of his operator. Moreover, the Pauli principle
forbids two different electrons to occupy the same energy state. Therefore, a “real” electron
could not have a negative kinetic energy since all these states should be already occupied by
“virtual” electrons. This interpretation gives a chance to develop a relativistic theory relevant



from a variational point of view, that is where the ground state actually minimizes the energy
of the system.

These negative kinetic energy electrons are usually refered to as the Dirac sea. One may infer
that if we give to one of these electrons an energy greater than 2mc?, it may have a positive
energy and change side of the spectrum. A hole would then be created in the negative spectrum,
and such a hole would have a positive energy with respect to the Dirac sea. This positive energy
pair of a “virtual” particle which becomes an electron by switching to the positive side of the
spectrum and the hole thus created is called an electron/positron pair. Dirac actually predicted
their existence:

Admettons que dans I’Univers tel que nous le connaissons, les états d’energie négative
soient presque tous occupés par des électrons, et que la distribution ainsi obtenue ne
soit pas accessible a notre observation a cause de son uniformité dans toute 1’étendue
de ’espace. Dans ces conditions, tout état d’energie négative non occupé représentant
une rupture de cette uniformité, doit se révéler a 1’observation comme une sorte de
lacune. Il est possible d’admettre que ces lacunes constituent les positrons.

Dirac, P.A.M.: Théorie du Positron, Solvay Report XXV, pp. 203-212, 1934.

Remark 1.3. Notice the importance given by Dirac to the uniform aspect of the Dirac sea, which
makes it not observable. Later on, we will characterize this property by the term translation
invariant, and notice that the vacuum we will build satisfies this property which is physically
relevant.

This idea allows a better understanding of the one-particle Dirac operator. However, we
cannot adapt this interpretation when we deal with several bodies. For instance, let us con-
sider a two-body system, without external potential and where interactions are neglected. The
Hamiltonian of this sytem described by a wave function in L?(R3;C*) @ L?(R3;C*) is

Hy =D, ®1d +1d® D,

where Id is the identity operator of L?(R?; C*). We can deduce the spectrum of Hy with respect
to the one of D.. Indeed, one can easily see that for operators A, B,

cld® A+ B®1d) =0(A) + o(B).

So that o(Hz) = 0(D.)+0(D.) = R. The two-body energy operator spectrum allows any energy
level, and Dirac’s interpretation is not clear anymore: shall we again fill all the negative energy
states, in which case the energy of a molecule would be always positive and thus there would be
no bound state for electrons attracted by a nucleus? Shall we then fill only some of the negative
energy states? If we do, which ones? One may realize the issues involved by such choices, both
mathematically and physically speaking. We thus have to choose another model.

There are many consequences of Dirac’s interpretation. First of all, the fact that the Dirac sea
is by default filled by infinitely many particles, though virtual, implies that this sea has infinite
charge and energy. We may overcome this difficulty by redefining the energy, the charge, or any
other physical quantity by its value with respect to the Dirac sea. From a physical point of view,
it is not shocking since this sea is not obsvervable and thus all the measures are done with respect
to a state of reference, the one of the vacuum present by default. Furthermore, we may notice
that virtual particles must interact with the real ones. Also, the study of a quantum system
in the vacuum should always take into account infinetely many particles. The functional work
space should thus be modified. Finally, these vacuum particles should also feel the influence of
an electromagnetic external field as any charged particle. We call this phenomenon the vacuum
polarization, which has already been observed experimentally.



1.2 Infinitely many-body models

As we have seen, QED must deal with infinitely many particles. Speaking differently, a state of
the system can have an infinite number of particle. We thus have to define a functional space
which allows states with an infinite number of particles. If fh denotes the Hilbert space describing
the one-particle states, then the N-body fermionic Hilbert space is

N
bN = /\ bv
=1

which is the C-vector space spanned by the Slater determinants of the form ¢;, A---Ap;, , where
the (p;) are a Hilbertian basis of ). Physically, it means that the first particle is in the state ¢;,,
the second in the state ¢;, and so on. We call it “fermionic” because fermions are particles which
satisfy the Pauli principle, ie two different fermions cannot be in the same state. Indeed, if two
fermions are both in the state p, we can see that the Slater determinant ---A@A---ApA--- =0.
Therefore the Pauli principle is kind of implemented in the building of the N-body space.

Example 1.1. If ) = L3(R3;C), then @i, A+ A @iy (x1,...,2n) = det(p;, (21))1<k1<n, hence
the name Slater determinant.

We then define the Fock space F, which contains all the N-particles spaces,

F = @ hN.
N=0

Here we have taken the definition hg := C.

Usually, the state of a system in quantum mechanics is a normalized vector of the underlying
Hilbert space, here ¢ € F, ||¢||# = 1. In the following, we will use the usual “bra-ket” notation,
where |p) denotes the vector ¢ and (p| denotes the linear form |¢) — (p|1))z, where (-|-)x is
the scalar product in the Fock space. For instance, the notation |p)(¢p| denotes the orthogonal
projector on span(y), that is the map [) — (|1} £|p). In this study we will use a larger class
of states, defined for instance in [BLS94].

Definition 1.1. Let B(F) denote the set of all bounded operators on F. Then a state  is a
linear form on B(F) satisfying Q(Id) =1 and Q(A*A) = 0 for all A € B(F).

Example 1.2. Any ¢ € F normalized can be seen as such a state by the map A — {(p|Ap)r.
Such states are called pure states. That is why this definition is a generalization of the usual
concept of state.

We also recall the following quantum mechanics postulate. For any physical quantity a
(position, momentum, energy,...) corresponds a selfadjoint operator A on the underlying Hilbert
space. For instance, we saw that the corresponding operator for the energy is the Hamiltonian
operator. If the state of the system is a vector ¢ of the Hilbert space, then the average value
(or expectation value) of a for the system is (p|Ap). If Q is a state as defined earlier, then the
expectation value of a is Q(A).

1.3 Mean-field (Hartree-Fock) approximation

In this study, we will focus on the problem of finding the fundamental state of a given Hamil-
tonian. However, this goal is quite difficult to attain even in an N-body non-relativistic theory.



Numerical issues have led to consider a simpler problem where we minimize the energy over a
smaller set.

More precisely, let us take the example of a N electrons system. The Pauli principle imposes
the wave function describing the system to be antisymmetric, so that the work space is not
L2(R3; C)®N but L?(R?;C)"V. The average energy of a N-body quantum system in the state 1
is given by

EN () = (Hnt, 1),

where we recall that Hy denotes the N-body Hamiltonian. The search for a ground state consists
in solving the following minimization problem

EN .= inf EN ().
0= el an ()
llvll=1

A minimizer for this problem is called a ground state. The mean-field approximation called
Hartree-Fock chooses to pose this problem on a subset of L?(R3; C)"V. Indeed, we only consider
functions given by a single Slater determinant, that is functions of the form ¥ A --- A ¥ where
¥, € L2(R3%C), |||l = 1. Such states are called Hartree-Fock states. This approximation
seems simpler since we drastically limit the test functions, but one has to notice that the set of
minimization is not linear, so that the model becomes non-linear.

One can show that for such states, the energy only depends on the orthogonal projector on
span(1; )

P=Z|¢i><¢i\-

Hartree-Fock theories have been widely studied in other contexts, see [LS77, BLS94].

In the case of QED, we work in a space with an infinite number of particles. We may also
define Hartree-Fock states in this space. The key property of such states is that the energy will
also only depend of the orthogonal projector on span(v;). This property is very useful since
this projector P acts on the one-body space which is much simpler than the huge Fock space
containing all the N-body spaces.

A more precise description of Hartree-Fock states can be found in the appendix.

1.4 The Hainzl, Lewin, Séré and Solovej approach

The model we are going to introduce has been inspired by an article of Chaix and Iracane [CI89].
According to them, the unboundedness from below of the Dirac makes the Dirac interpretation
mandatory. The issue is to find the right way to implement this interpretation in the formulation
of QED, the aim being to obtain an energy functional which is bounded from below. Hainzl,
Lewin, Séré and Solovej propose the following method, which generalizes in a way the work
of Chaix and Iracane. The first step is to define what is the vacuum, which will be a fixed
reference state for all the measures of physical quantities. According to Dirac, it is made of
virtual particles which are not observable. Hainzl, Lewin, Séré and Solovej propose to define
the energy in the following way. If HREP is the QED Hamiltonian and if |0) is the vacuum, the

QED

effective Hamiltonian H is defined as

HOFP .= HOEP _ (0|HEP|0).

There is several issues with this method. First, one has to choose a right reference for
the vacuum. The choice of Chaix and Iracane is the spectral projector of the Dirac operator
PO .= X(—o0;0] (D), which corresponds to the choice of Dirac. In this study, we will motivate the



choice of this vacuum as the minimizer of a certain energy, such that the Dirac interpretation
is not an input but a consequence of the theory. Note that in the work of Hainzl, Lewin, Séré
and Solovej, the energy they define is different from the one we will choose in this study, so that
PY is not their choice for a reference state. Secondly, we have to give a sense to the expression
(OJHREP|0), because we saw that the vacuum had an infinite energy. We will tackle this issue by
defining our energy in a box and by obtaining results in the whole space with a method called
a thermodynamic limit, which consists in studying the limit of the energy and its minimizers as
the size of the box grows.

This method has been used by Hainzl, Lewin, Séré and Solovej to develop a variational
approach to QED. In this study, we will present this method.

1.5 Presentation of the study

We will proceed as follows:

e In the whole study, a cutoff A is fixed in the Fourier domain. This condition is linked to
the renormalization of the physical quantities in QED.

e We start by defining the Hamiltonian of QED in a box Cf, := [~L/2; L/2)? from the formal
QED Hamiltonian given by Physics. In this context, it is perfectly well defined.

e We then minimize the energy in a box coming from this Hamiltonian to find the free vacuum
in a box.

e We define an energy per unit volume in the whole space as the limit of the energy in a box
for a certain class of states. This energy is minimized and we prove that its minimizer, the
free vacuum is the limit as L — oo of the minimizer in a box. This is the thermodynamic
limit. That is how we justify the choice of PY as the free vacuum as the limit of the
minimizers in a box and as the minimizer of the energy per unit volume in the whole space.

e We now define the energy of any state by measuring it relatively to the energy of the free
vacuum. We do it formally, and it can again be justified by a thermodynamic limit. This
energy is called the Bogoliubov-Dirac-Fock (BDF) energy.

e We define the right functional setting where we study the BDF energy. Then, we prove
that it is bounded from below on this setting.

e We finally study the existence of atoms and molecules in this model, that is minimizing
the BDF energy over a set of states with a fixed charge.

2 Derivation of the reduced model

2.1 Formal derivation of the QED energy

From the formal expression of the QED Hamiltonian given by Physics, we will write the formula
for the QED energy in the HF approximation. To give a mathematical meaning to this formula,
we will see the usefulness of working in a box with a Fourier cutoff. In this case, the derivation
can be done in a rigorous manner.



2.1.1 QED Hamiltonian

In Physics, the QED Hamiltonian without photons in Coulomb gauge and in an external elec-
trostatic field ¢ is formally written as [Sch48]

HY ;:/W)*D%(m) dx+/<p(w)p(x) d$+;//wdxdyv (21)

where ¥(z)* is the second-quantized field operator and ¢ (z) is its adjoint. More precisely, they
are four components vectors with operator entries. For each o € {1,...,4}, ¥(x), acts on the
Fock space F by annihilating a particle in position z € R?® with spin! o. Conversely, ¥ (x)*
creates a particle in position x with spin . They satisfy the classical anticommutation relations

(CAR)
{W(@) ;¥ (Y)o} = 60,002y,

where {A, B} = AB + BA. In (2.1), D" is the one-particle Dirac operator which we have
introduced before, and p(x) is the density operator defined by

p(@) = = 3 Y@ (@)e — (@) (s);- (2.2)

Finally, « is the (bare) fine structure constant. Notice that in full QED, one must consider
photons and possibly an external magnetic field.

Our main goal will be the search for the ground state of this Hamiltonian under some con-
straints. Here, the ground state is the state of lowest energy. For instance, the ground state
with ¢ = 0 is called the free vacuum, whereas the ground state with ¢ # 0 is the polarized
vacuum. If one wants to study atoms and molecules, the ground state must be studied under
charge constraints rather than with a fixed number of particles?.

However, we will not minimize the energy over the whole Fock space in this work since we
will study it in the HF approximation.

2.1.2 Hartree-Fock (mean-field) approximation

We will study the QED Hamiltonian (2.1) over a subset of the Fock space which is formed
by Hartree-Fock states. These states have the particularity of being fully described by their
one-body density matrix P(z,y) defined for any state Q by

P(xvy)cr,a/ =Q (¢($):¢(y)a') :

For instance, if Q@ = ¢y A--- Ay is a N-particle Slater determinant, P(z,y) =", @i(x)mT
The one-body density matrix defines an operator P on the one-particle space with kernel P(z,y).
This operator satisfies 0 < P < I, where I is the identity operator. In the case of a Slater
determinant, P is nothing but the orthogonal projector on the subspace spanned by the (g;).
Notice that the operator P is defined for any state and not only Hartree-Fock states.

1The term “spin” is used there in a general meaning, as an inner degree of freedom.

2Indeed, it is a well-know fact that the QED Hamiltonian does not conserve the number of particles: electron-
positron pair creation may occur. That is why an electron is for instance defined as the ground state of this
Hamiltonian with the constraint that the system must have a charge —e. Moreover, the actual number of particle
of a ground state will be infinite whereas the charge is measured relatively to the vacuum so that it will be finite.



For normalization reasons, the main variable of the energy we will consider is not P but
~ := P —I/2, which we call the renormalized density matriz. Via the CAR, one may notice that
it is equivalent to define v by

1Yo = 3 ()5 b)), (23)

where [A, B] = AB — BA. We will precise this choice later.

2.1.3 Hartree-Fock energy

The Hartree-Fock energy for a Hartree-Fock state with (renormalized) density matrix v can be
formally computed as

2
Efp(y) = tr(DO’y)+a/p7(x)<p(q:) dzt2 // P2 (@)py(y) dxdy—g// I, )l dzdy, (2.4)
2 |z — 2 lz -yl
where p,(z) = Q(p(z)) is the density of charge of v and ||A||*> = Trca (A*A) is the Hilbert-
Schmidt norm of A. This energy has the following physical interpretation: the term with D°
measures the kinetic energy of the system, while the term with ¢ measures its potential energy.
The last two terms measure the self-energy of the system, that is the interaction energy between
the electrons. In the third term (or direct term), the density of charge p, interacts with itself
through a Coulomb potential. The last term (or exchange term) is a compensation term taking
into account the fact that a particle cannot interact with itself.
For the sake of simplicity, we will consider in this study the HF energy when we drop the
exchange term. We will however shortly explain how to deal with the complete model (see remark
3.1).

Our first goal will consist in giving a precise mathematical meaning to this energy. As it is
written in (2.4), it is not properly defined. Indeed, if P is an orthogonal projector on an infinite
dimensional subspace, ¥ = P — I /2 is never compact and therefore D°P is not trace-class. The
approach proposed in this study, following [HLS07], is to give a rigourous mathematical meaning
to this energy by confining the system in a box Cr := [~L/2;L/2)® with a cutoff A in the
Fourier domain. Afterwards, the energy for a system in the whole space will be obtained as a
thermodynamic limit of the energy in a box when L — co. During the thermodynamic limit, we
will keep the cutoff A, which is actually necessary for a variational formulation of QED [HLS05b,
Theorem 2]. Actually, it has been predicted by Landau et al that the limit A — oo does not, as
such, make sense from a physical point of view. It has also been argued by Dirac in [Dir34] that
QED could only be valid up to a certain level of energy, so that the introduction of such a cutoff
is justified.

2.2 Rigourous derivation of the QED energy in a box

2.2.1 Notations

We will use the same notations as in [HLS07]. In order to confine the system in the box
Cp :=[-L/2; L/2)3, we first have to restrain the one-body space from L?(R?;C*) to L?(Cp;C*).
Furthermore, we choose to add periodic boundary conditions so that the one-body space is in
fact L?(Tp;C*) where Ty, is the torus R3/(LZ?). Then, any function ¢ € L?*(Ty;C*) can be
written by Fourier transform

o\ 3/2
w=(F) T e
ke(2n/L)Z3

10



where ey (z) := e /L3/2. The Fourier cutoff A is implemented by replacing L?(Tp;C?*) to its
following finite-dimensional subspace

9k = span{sgek; keTk oc {1,...,4}},

where
Ik .= (2n/L)Z° N B(0, M),

and (£5)5=1,...,4 is the canonical basis of C*.
Remark 2.1. This a key fact for the definition of the model that $H% is finite-dimensional.
With this definition of the coefficients (k) we have the following Parseval equality

3
e &3 IO (25)

kerk
and the following convolution equality
o x (k) = 2m)*2G(k) D (k). (2.6)

Definition 2.1 (Kernel operators). Let (X, u) be a measured space. An operator Q on L*(X, )
is a kernel operator if there exists ¢ € L*>(X x X) so that for every f € L?>(X, 1) we have

Qf(z) = /Xq(:my)f(y) dp(y)-

The function q is called the kernel of the operator Q.

Remark 2.2. For the sake of simplicity, we will often denote the operator and its kernel by the
same letter, but we have to keep in mind that they are not the same mathematical objects.

Any operator @ on 53,L\ has a matrix kernel of the form

Q(x,y)z Z @(k7€)ek(x)ma

k. leTk
where @(k, £) is a 4 x 4 matrix defined by the following decomposition on the Fourier basis
4 ~
Qleser) = Y > Qk, O)orotores. (2.7)
o'=1¢erk

Definition 2.2 (Density of an operator). Let Q be an operator on $%. Its density pq 15 then
defined as

po(x) = Trea (Q(z, x)). (2.8)
We have the following useful lemma:

Lemma 2.1. Let QQ be any operator on Y)k. Then we have the equality

| rala)s = (@), (2.9)

11



Proof. Any operator @ on $% has a matrix kernel of the form

Q(x,y)z Z @(k7€)ek(x)ma (210)

k,eeTk

From (2.10) we have on the one hand

I
a

2

e
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On the other hand, from (2.7), we have

4 4
w(Q) =3 3 (Qereo)enes) = 3 D" Qi koo = 3 Tres (Qk,K)).

o=1kerk o=1keT

S
=
m
—

>

Remark 2.3. Note that the equality (2.9) is non-trivial in the whole space (because then we are
not in a finite dimensional setting), and it will have its importance later. Note that this lemma
holds in the case of trace-class operators.

Definition 2.3 (Translation-invariant operators). An operator T on $¥% is said to be translation-
wnvariant if it is a multiplication operator in Fourier space. More precisely, there exists a family
(9(k))err of 4 x 4-matrices such that for any ¢ € 9%,

Te(k) = g(k)@(k).

If then one denotes

(@) = (ZZT)/ 3 glkjen(x).

ker%

one can easily check that
T(z,y) = (2m)"*?g(x —y), (2.11)

so that translation-invariant operators are those which act by convolution on f)k.
Corollary 2.1. Any translation-invariant operator has a constant density.
Proof. Let T be a translation-invariant operator. Then by (2.8) and (2.11) we have
pr(@) = Tres (T(z,2)) = (2m) 2Tres (30)) = L7 3 Trea (g(k)). (212)
ker%
O

Remark 2.4. The last corollary justifies the use of the term translation-invariant for such
operators since their density is uniform. It can also be justified by the fact that such operators
commute with translations.
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Example 2.1. The identity operator IX on $% is a translation-invariant operator, whose kernel
18
If(z,y) = L% > L™y,
kerk
where Iy is the identity 4 X 4 matriz since

2m)3/2 . b (o) ik 2m)3/2 B
/ If (2, y)e(y) dy = ( L)6 > so(k")/ o) ik gy — L)g > Bk)e™ T = ().
TL L TL L
kk'ek kerk

The density of the identity is thus prr = 4T%|/L3. We will use the notation

pR=—A = T (2.13)

Definition of operators in the torus. In order to define the restriction of the Hamiltonian
(2.1) to the torus, we have to precise the Dirac operator in the box and to periodize the Coulomb
potential as well as the external potential .

The Dirac operator was previously defined as

D% = —iax - V + mp,

where m is the (bare) mass of an electron and a = (1, ag, as3), 8 are the Dirac matrices. One
can see that the Dirac operator is a multiplication operator by D°(k) = a- k+m in the Fourier
domain, so that the Dirac operator on the torus will just be the multiplication operator in the
Fourier domain by the matrices (a - k + mﬁ)ker‘/L\. The Dirac operator on the torus will be
denoted as DT.

The Coulomb potential |z|~! which appears for instance in the last term of (2.1) needs to be
periodized. To do so, following [HLS07], we remark that for the usual Fourier transform

—_— 4

|11 (k) = ThE’

so that we define the periodized Coulomb potential Wi, by the formula

1 4

iz kP
kerk' |
k#0

Wi (x) = emT 4 ul? |,

where p > 0 is chosen so that ming, W, = 0.
We will consider an external potential ¢ created by a distribution of charge v

o=—avx| |7
Typically, the distribution of charge can be created by M protons of charge +e placed in positions

(2:)M, so that we have
M

=3 e 2,

i=1
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where x is a positive smooth function with compact support and with [ x = 1. When protons
are ponctual, we can replace xy by a Dirac distribution, but in reality the charge distribution of
a proton is smooth.

We will not say much here about the living space of v. We will choose later v € C, the
Coulomb space defined in section 4.2.2.

We define the external potential in a box by the formula

3/2
vi(e) = EO S et
kerk

which is exactly saying that the Fourier coefficient in k € '} of vy, € $% is the value in k of the
Fourier transform of v € $,. The corresponding potential is

op(x) = —avp * Wi (z) = —a/c v (Y)W (x — y) dy.

Finally, we denote by Dr(f, f) the periodized Coulomb self-interaction for a charge distribution
f, it is defined by

LU 1) //w Wiz — >dwdy=<2”) D OHIAGE

keTk

In the box we denote the Dirac operator with potential by Di; := DL + ¢, acting on $H¥.

Fock space, creation and annihilation operators. As we said earlier, QED is a theory
which deals with infinitely many particles. The functional space describing an infinite number
of particles is built on the one-body space fJ/L\ and is called the Fock space F, 1%, defined as

N
Fr=Cca P A 9%

N>1 n=1
——
=:5§IL\‘(N)

where C denotes by convention the 0-body space and $%(N) the N-body fermionic space. The
space H% being finite-dimensional, so is the space F£. Indeed, H5(N) =0 for N > dim($H%).
Definition 2.4. Let k € T'Y and o € {1,...,4}. We define the creation operator Yy o which

acts on FE by creating a particle in the state e,er. This operator maps HX(N) to HK(N +1) in
the following way

YrolPr A ANoN) = (eger) NP1 A=~ ApN.
The adjoint vy, , of this operator is called the annihilation operator, it maps HLE(N +1) to

f_)k(N) by annihilating a particle in the state e,ey. They satisfy the classical anticommutation
relation

{wk,aa w;,a’} = 5k'7l50,<7/- (214)
Definition 2.5 (Second-quantized field operator). Let z € R3. We define the second-quantized

field operator ip(x), which annihilates a particle in position x, as an operator-valued 4-component
vector by the formula

Y(@)e = Y en(@)y,, o=1,... 4

kerk
The adjoint 1p(x)* of this operator creates a particle in position x.
Remark 2.5. Recall that T'Y is finite, hence ¥ (z) is perfectly well defined.

14



2.2.2 Determination of the QED energy in a box
Formula (2.1) becomes in a box
HY := P(z)* DEyp(x) dx—|—/ or(@)p(z)de + = // yY)Wr(r —y)dzdy. (2.15)
Tr Tr TL)z
Remark 2.6. Note that D) is defined as the operator acting on the Fock space
Dryp(x) = Y (Dler)(@)ihyo = D (o k+ Ber(@)hy,.
kerk kel'%

Let us compute the expectation value of this Hamiltonian on a Hartree-Fock state 2 with
density matrix P. Let us notice that ¥ (x), ¥ (x)*, p(z), Wi (x) are all bounded functions of = (for
the respective norm of their living space). Hence each term of the Hamiltonian is well defined
and all the following computations are meaningful.

Proposition 2.1. Let Q be a generalized Hartree-Fock state. Then if v := P — I¥ /2 we have
Q@
o) = o)+ g [[ Ik W —y) dedy (216)
Ty, 2

where

EL(7) = (DEY) + S Di(py ) — // Iy, 2)|2We (= y) dedy. (2.17)

Proof. Kinetic energy. We will first prove that

Q ( (z)* Dl () dx) = tr(DLP). (2.18)
Tr

By definition, the kinetic energy of the state € is (think of 1™ as a line vector, ¥ as a column
vector, and D as a matrix)

4

Q( 5 ¢(x)*DL1,b(x)dx) = Ugl/ Q (¢(2): DL, ap(2),0) dx (2.19)
- X //T . 2)E DY (), ) 8(y — ) da dy,(2.20)

where the notation D™¥ is there to keep in mind that D¥ acts on the y variable in this expression.
Now let us remark that

Q($@);DrwW)e ) = DEIQWE)5H(y))

= Dgégp(yvx)a’na

since D™¥ is a differential operator acting only on the y variable and § is linear. Now let us
show that

Z DL UP y’ = (DLP)(y7x)Uo7 (221)

o'=1
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where the last term is the element (o,0) of the kernel matrix of the operator D P. Indeed, by
definition of the kernel matrix P(y,x), for any ¢ € L?(Ty;C?*) we have

Z P (Y, ) gor () s dez.

o’'=1
Applying the matrix Dy, to the vector (Py)(y) gives

4

(DPo)(y)e = > DEYL(PO)(y
o’’=1
= Z D rih P(y, @) g0 p() g d
o o'=1

= Z/T DY Py, 2)gror p(2)r da

o’'=1 Lor=1

(DLP)(y,a),,

Therefore we have shown (2.21). Now let us insert this result in the equality (2.20). We find

Q( TL¢($)*DL1/J(Q:) da:) = Z//T 1 T)ood(y — ) dzdy
= Z/T DLP (z,2) o dz

- / Trcs (DFP(z,2)) da
Te

= / pprp(x)de
TL

= tr(DLP).
We thus have proved the equality (2.18).
External field term. We then prove that
o[ puntaan) = [ er@on(o) - ok as (2.22)
L L

The density operator defined in (2.2) can be rewritten thanks to the CAR

Then the expectation value of the external field term in the QED Hamiltonian applied to the
Hartree-Fock state ) gives

of [ eula)o(o) a) = [ eu@)p(a)
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A quick computation leads to

p(z)) = Y Ap(x);3(2)s) —pk 2(1d)
o=1 =P(z,2)00 =1
Trcs (P(z, ) — pX
= pp(e) - px.

Finally, we obtain (2.22).

Interaction term. We finally prove that

<//TL)2 yYWr(z — dxdy) //TL)2 (W@ —g) dedy
_ //(TL)2 | P(y, ) ||*Wy(z — y) de dy

+ / / Tres (I (2, y) Py, 2)) Wy (x — y) da dy
(Tr)?
20k / /( pp(@)Wile —y) dedy + (o) / Wi(r —y)dedy. (2.23)
Tr)? (Tr)?

As for the external field term, all we have to do is compute the expression p(z)p(y):

4 4
= D @)@ ()5 P (W)or — > pRtp ()53 Z PRy +(pk)*.
o,0'=1 o=1
(2.24)
Using the CAR we obtain
¢($)a¢(y)§/ = 500/I/€(x, y)gg’ - 1/’(3/)3/¢(I)a,
thus
4
Z W@ (@) b )W) = 3 1@, )erth( Z P(@) 5 ()5 (@) ()
o,0'= o=1 o,0'=

We can easily deduce the expectation value of the first operator for the state {2 by writing

0 (Z mx,y)ww(x);w(y)a)

o=1

4
S IE (@, 9)00 2 ((@)53(1)o)

4
= Zlf(m,y)gap(yam)ma
o=1

= Tres (I£(2,y) Py, 7)),

since IX(z,y) has zero values off the diagonal.
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To compute the term Q(Ay, ), we use the relation written in [BLS94, Eq. (2a.12)], following
from the definition of a Hartree-Fock state:

UAsor) = QP (2) 59 (y)5 )Y (7)o (y)or) — U ()59 (2)0) AP (Y)5r P (y)o)
+ QP (@)o P (Y)o ) UP(y) 5P (2)0).  (2:25)

Now let us remark that for any Hartree-Fock state 2,

QP (2)5%(y)g) = (P (2)5%(y)5) = 0. (2.26)

Indeed, if for instance €2 is a N-body Slater determinant, then ) (x)%4(y)% Q lives in the (N +2)-
body space. Hence it is orthogonal to €2 in the Fock space. This result is also true for any
Hartree-Fock state that is particle-conserving (i.e. a convex combination of states having a
definite number of particles, following [BLS94, p. 12]).

Finally we have

Q(Aao’) = 7P(x7:c)aap(yay)o’rf’ +P(y7x)a’op(‘r7y)oa/-

Moreover, as P* = P,
P(xvy)ao’ = P(yvx)a/oa

hence,

Z Q oo’) = _pP(x)PP(y) + ”P(yvx)”z

0'0'—

Furthermore, since Wi (x — y) = Wr(y — x) we compute the second and third term of the
right-hand side of (2.24) as

4 4
Q <//m>2 Lz_:l PRV (2) 53 (2) 6 + U; pk"b(:U);”‘/’(?/)w} Wi(z —y) da dy> _
2p% //(T - pp(x)Wr(x —y)dxdy.

Regrouping the terms we obtain (2.23).

Remark 2.7. The relation (2.25) is not written as such in [BLS94]. It is expressed in terms of
Y (f),Y(f)* instead of Y(z),v(x)*. The operator (f)* creates a particle in the state f while
the operator v(x)* creates a particle in the position x (see also [Tha92, Notes of Chap. 10]).
The latter is usually used by physicists while mathematicians prefer the former, mainly because
the operators (x), ¥ (x)* are often ill-defined. Here, they perfectly make sense since we work in
a box with a Fourier cutoff so that the underlying one-body space is finite-dimensional. A proof
that (2.25) is equivalent to the relation given in [BLS9/] can be found in appendiz B.2.

Remark 2.8. The relation (2.25) is one of the characteristics of Hartree-Fock states. We have
defined the one-body density matriz (which is a 2-point function, acting on the one-body space )
for Q, but we could as well define the N-body density matriz (2N -point function, acting on the
N-body space h\N ). For example, the 2-body density matriz of Q acting on b Ab is defined as
(see [Sol07, sect. 8.1])

7(2)(5Ea Y, Z’t)‘710'2030'4 =0 (":b(x);lw(z);gw(y)az¢(t)a4) .
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The key property of Hartree-Fock states is that all their N-body density matrices can be expressed
in terms of the one-body matriz, the formula being explicit [BLS94, Eq. (2a.11)]. We see that
(2.25) uses nothing but the relation which gives the 2-body density matriz in terms of the one-
body density matriz of Q. Roughly speaking, it implies that each term of the Hamiltonian applied
to such a state ) can be written in terms of the one-body density matriz. That is why we talk
about mean-field models, the energy only depending on the “density” of the particles and not on
their individual behavior.

Remark 2.9. We may also study a more general class of Hartree-Fock states for which the term
in (2.26) is non-zero. It induces a matriz called the pairing matriz. Fortunately, the energy
term involving this pairing matriz would be positive in our case, so that the pairing matriz will
automatically vanish for a ground state (see [BLS94, Theorem 2.11]). Hence it makes sense to
neglect pairing from the beginning.

Finally, we have the expression of the total energy in a box of a Hartree-Fock state 2 with
density matrix P:

ERP(P) = (D) = (D P)- |

@ o
-3 //(11‘ . ||P(y7$)||2WL(.T —y)dedy + 9 //(T - Trea (I/I\’(z,y)P(y’z))WL(z —y)dzdy

o1 op@)=p et [ pppr)Wala—y) dedy

~ank [ pelaWite—pdedy+ Gk? [ Wi ydedy. (221
(Tr)? (Tr)?

Notice that each term is well-defined since we work in a box with the cutoff A.
As mentioned before, our goal is to express this energy with respect to the variable v :=
P —IE /2. To do so, we have the relations

szX:pII%/Q’ tr(Dle):O’

the last relation holding because the Pauli matrices are traceless. Hence we have

(DY P) — / o(@)(pp() - p§) dz = tr(D") - / pr(@)py (x) da,

Ty T,
as well as
/ / pp()pp(y)Wi(z—y) dedy = / / P (@) (1) Wi (2 —y) da dy— () / W (z—y)
(Tr)* (Tr)? (Tr)2
+ 2% // pp(x)Wr(z —y)dedy, (2.28)
(Tr)?
and

1Py, 2)II* = lIv(y. 2)II* — illfﬁ(ﬂmy)ll2 + Trea (15 (2,9) Py, 2)).

Fortunately, the expression of the energy is simplified as the appearing terms cancel the existing
ones. We thus have proved Proposition 2.1. O

The last term of (2.16) behaves like L when L — oo so that we can ignore it for two reasons.
First, when L is fixed, the last term in (2.16) is a constant so that the minimizers of Q(HY) are
the same as those of €£ (7). Secondly, when looking at the thermodynamic limit of the energy
per unit volume £%(7)/L? the last term of (2.16) behaving like L? converges towards a constant.
We can discard it because we will then look at differences of energies in the whole space, so that
this constant will disappear.
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2.3 Main strategy

Since we have computed the energy of a generalized Hartree-Fock state () in a box as the ex-
pression (2.17) depending only on its renormalized density matrix v, we are now able to state
the minimization problem we will study.

First of all, in [HLS07] Hainzl, Lewin and Solovej minimized the energy £5(v) while in this
study we will neglect the last term of (2.17) that is the exchange term. It will dramatically
simplify some of the proofs of the theorems but we will explain quickly how to deal with the full
model as remarks. However, many qualitative properties of this so-called reduced model (without
exchange term) are the same as for the full model. The reference energy we will study is thus

«
Eé(')’) = tr(Dé’y) + §DL(P%P'Y)'

We will minimize this energy over the space

L L * II{I I/%
GA = 765(3’)/\)7 Y=, _7<’7<7 )

where £($H%) denotes the set of the linear operators on $%. The set G% is actually the convex hull
of the set {P — 1 k /2, P orthogonal projector} which characterizes usual Hartree-Fock states.

Remark 2.10. Tuaking the convexr hull of this set is not a simple technical necessity. Indeed,
GK actually corresponds to the set of the one-body density matrices of quasi-free states which are
particle-conserving [BLS9/4, Theorem 2.3].

We thus study the following minimzation problem

Er(¢) = inf EL(v). (2.29)

veGE

We study the case with no external field (¢ = 0) and only add an external electric field in
the study of atoms and molecules. The study of the case ¢ = 0 is crucial since one of the main
challenge of QED is to give a sense to the minimisation of the energy of QED in the whole space,
which is often unbounded from below. To remove this divergence, we follow the idea of Chaix
and Iracane [CI89] who choose to measure the energy of any state relatively to the energy of a
reference. Of course, one has to choose a relevant reference state. Following again [HLS07], the
reference state we choose is the state of lowest energy without external field, which we call the
free vacuum.

We first define this free vacuum in a box, as the unique minimizer of Er,(0), which we call
7?2, To find the free vacuum in the whole space, we then look for the limit of Ef(y)/L? for a
fixed translation-invariant 7y, as the free vacuum is supposed to be. This limit energy is defined
as the energy per unit volume in the whole space. The unique minimizer v° of this energy is the
free vacuum we are looking for. We will see that 79 — 7" as L — oo in a certain sense, so that
~Y can be seen as the free vacuum in the whole space also as the limit of the free vacuum in a
box.

3 Definition of the free vacuum

Recall that the free vacuum is defined as the (unique) minimizer of the reduced Hartree-Fock
energy without external field.
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3.1 The free vacuum in a box

Theorem 3.1. Let L,A,m > 0. Then E} has a unique minimizer on G,L\ which is v =
P —1£ /2 where PE = X(—oc;o)(D%) s the negative spectral projector of the Dirac operator in a
boz. The operator v is called the free vacuum in a boz.

Proof. By lemma A.1, the operator & defined in the theorem verifies

tr(D27) = min tr(Dpy), (3.1)
vEGEK
We have
Py — (Py)*

ok = pE— 12 = T

In the Fourier domain, this is a multiplication operator by

D)
o) = 3 pe

In the sense of operators, this implies

;_sgu(D?)
The Dirac matrices being traceless, we have Trca (v§(k)) = 0 and thus pyp = 0 by the equality
(2.12). For any v € G we have

Ef()

a
tr(D2y) + b) D (py; py) (3:2)
—_———
>0
> tr(Dgy) (3.3)
> tr(DYAE) = EF (7)) (because p,r = 0).

The uniqueness of 7% comes from its uniqueness as minimizer of (3.1). Indeed, for any other
minimizer v of EY, we have EJ (7) = E5(74) so that the inequality in (3.4) is in fact an equality.
We thus have tr(D%v) = tr(D%~§) = minpcp tr(DYT'). The operator DY being invertible, the
minimizer in (3.1) is unique so that v = 4. The free vacuum in a box is thus unique. O

Remark 3.1. The model including the exchange term is much more complicated because the
energy is not convex anymore. The proof actually uses the existence of a minimizer in the
whole space. Moreover, the minimizer is not PL anymore and the minimizer satisfies a self-
consistent equation. It is also a projector but of a Dirac operator DY modified by its own presence.
Physically, it can be explain by the interaction between these charged virtual particles.

3.2 The free vacuum in the whole space

To define the free vacuum in the whole space, we first have to find the energy in the whole space.
We want to define this energy as the limit of the energy per unit volume in a box as its size
grows. We have to choose a test v defined in the whole space, confine it in a box in a certain
sense and determine the limit energy of this restrained operator in terms of v. First, we have
to precise the functional setting in the whole space to then define . The one-body space in the
whole space is

9= {p € L*(R* CY), supp(p) C B(0,A)}.
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As we have seen in a box, the free vacuum is translation-invariant. Our test « will then be chosen
as translation-invariant. In the whole space it still means that it is a multiplication operator in
the Fourier space. If « is translation-invariant and self-adjoint, we will denote by ~(p) the 4 x 4
self-adjoint matrix such that for any ¢ € $H we have

e(p) =v(P)@(p), p€ B(O;A).

Recall that we have to keep the constraint —I /2 < v < Ix/2 as it was the case in a box, where
I, denotes the identity operator of $5. The energy in the whole space will then be minimized
over the set

Ap = {ytranslation-invariant on 9, "=+, —Ir/2<v<1)/2}.
For v € Ap, the map v : p — ~(p) belongs to the space
Ay = {7 € LX(B(0;4),84(0)),  —1a/2 <7 < Iaf2},

where S4(C) denotes the set of the 4 x 4 self-adjoint matrices. For v € Ay, its density is still
well-defined and constant, passing the formula (2.12) to the limit L — oo with a Riemann sum.
We have then

p@)=0n [ e () dp

It is easy to confine a translation-invariant operator in a box since it is a multiplication operator
in the Fourier domain. For such a v, we define the operator v, € G by

vo(k) =~(k), keTx.

For our 7 test we will moreover assume that Trea (v(p)) = 0, Vp € B(0; A), as it is the case for
the free vacuum in the box and will be the case for the free vacuum in the whole space as we
will see. For such a v we have p,, = 0 so that

E¢ (o) = tr(DYyr) = Y Tres (DY (k)y(k)).

keTk
Hence the limit energy per unit volume is
Ef () 1
T(y):= lim 2= = Tres (D° dp. 3.5
)= Jim S = s [ e (D'0)1(0) o (35)

Theorem 3.2. Assume that A > 0. Then T possesses a unique minimizer v° = PY — Iy /2 on
Ap defined by

PY := X(—o0:0) (D). (3.6)
This minimizer is called the free vacuum. It is a translation-invariant operator with vanishing
density of charge: pyo = 0.

Proof. The proof is just an application of the lemma A.1. Indeed, for each p € B(0;A) the
unique minimizer of I' — Trca (Do(p)F) is

D)

S TTTITE

Hence, 4 is the unique global minimizer of 7 over A5. The same argument as in the theorem
in the box applies to prove that p,o = 0. O
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Remark 3.2. We can see here the importance of taking commutators in formula (2.8). With
these commutators, the free vacuum is not charged and is translation-invariant, which fits to the
idea of Dirac. That is also why these commutators act as a kind of renormalization.

Remark 3.3. In the model with exchange term, we can do the same remark as in the box and
obtain the free vacuum v° which satisfies the self consistent equation

40 = 7sgn(QD°)

DO — DO _ o2 xy)

l[z—y[ ~

We have again the modified Dirac operator D° which is the sum of the usual Dirac operator and
a term of Coulombian potential induced by the vacuum.

3.3 The thermodynamic limit

The thermodynamic limit is stated both to justify and to reinforce the choice of 4° as the unique
free vacuum.

Theorem 3.3. Assume that A > 0. Then we have

. Eg(%L)_ . _ 0
A =7s - =min7 =T,

In words, the energy per unit volume of the free vacuum in a box converges towards the energy
per unit volume of the free vacuum in the whole space. Moreover, vt converges towards v° in
the following sense:

m sup |yg (k) —4°(k)| = 0.

. L_ .0 =1
Jim e = lle o) Lliookerk

Proof. Both limits are true because we have for all k € T'Y,
0 (k) =" (k).

The second limit is then obvious while the first one is proved by the same limit as formula
(3.5). O

Remark 3.4. In this case, the thermodynamic limit is trivial because we know explicitly the
manimizer of the energy per unit volume. In the HF case with exchange term, this minimizer
satisfies a self-consistent equation so that the thermodynamic limit becomes non-trivial. However,
it was shown in [HLSO7] that the free vacuum is indeed unique.

We have now built our reference operator, the free vacuum ~°. We are thus able to derive
the QED energy in the Hartree-Fock approximation.

4 Bogoliubov-Dirac-Fock energy

4.1 A formal computation

We want to measure the energy of any state « on the whole space relatively to the one of the free
vacuum ~°. The formula (2.17) gives the energy in a box. We can deduce from this expression
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the formula for the reduced HF energy in the whole space EXHY by taking a formal limit L — oo.

It leads to
ETHF (y) = tr(D%) // pr(@ d dy + = // P (@ p7 dxdy (4.1)

We have already said that this energy does not make sense. The so—called Bogohubov-Dirac—Fock
(BDF) energy introduced in [HLS05a, HLS05b, HLS09, HLS07] measures the energy EEPY of a
state v relatively to the (infinite) one of 4°. It depends on the variable @ = v — 7% and can be
derived formally as

“EII;D,DF(Q) _ ErHF(,y) ErHF ) (4.2)

tr(D°Q / / PQEIY) 44y + & / / P(@)PQW) 4. 4, (4.3)

Remark 4.1. The expression of this energy can be mgorously justified by a thermodynamic limit.
This formal computation enables us to understand better the issues raised by this energy.

The only difference between this energy and the reduced HF energy (4.1) is the variable which
now is Q = v — . The issue is to find the right space where @ is supposed to live. One of the
problems we had with the reduced HF energy was that the main variable v was never compact.
Here, @ can (and will) be compact. Moreover, the Fourier cutoff A allows the last terms of (4.3)
to be well-defined if @ is regular enough.

However, there is a crucial subtility in the choice of the functional setting for EZP¥. One may
be tempted to choose @ in the trace-class. Indeed, the BDF energy is completely well-defined on
the trace-class. The issue is that its minimizers are never trace-class [GLS09, Theorem 1] and
this fact is the origin of the well-known charge renormalization in QED.

We thus have to find a larger class of compact operators where the BDF energy is well-defined.

4.2 Functional setting for the BDF energy

In this section we introduce mathematical tools useful to define the right functional space for
EBDF.

4.2.1 The P’-trace class

We said that the trace-class &1 () was not the right set of compact operators for the minimisa-
tion of the BDF energy. The right space is actually a subspace of the Hilbert-Schmidt operators
space G2(9H4), which is larger than &1(Ha). Recall that these spaces are defined by, following
for instance [RS72, VI.6]:

Sp(9a) ={A € L(Hr), tr(|A]) <oo}, [A]=VA*4,
where £($4) denotes the space of all linear operators on .

Definition 4.1. Let A be an Hilbert-Schmidt operator on . We say that A is P%-trace class,
where P° is defined on (3.6), if AtT = (1 — P°)A(1 — P°) and A== := P°AP° are both trace-
class. The set of all P°-trace class operators on $, is denoted by Gfo (Hr). We define the
PO-trace of A by

trpo(A) == tr(ATT) +tr(A™7). (4.4)

It is a Banach space endowed with the norm

[Allpo = 1A Nle,(90) + 1A lleroa) + AT lea(sa) + 1A lsa(sa)s (4.5)
where AT~ := (1 — P°)AP° and A= := PYA(1 — P°).
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Remark 4.2. The P°-trace actually measures the charge of a state Q with density matriz P.
verifying Q = P — P° € G3($H) in the Fock space built upon P° (see for instance [HLS05b]). If
we denote by Q the charge operator, defined for instance in [HLS05a, HLS05b], we have

0(Q) = trpo(Q),
so that the choice of the P°-trace is not arbitrary.

Remark 4.3. If A is trace-class, then A is P°-trace class and tr(A) = trpo(A).

We also define a weak topology on (‘5{30 ($Ha) such that

o Qn — Q (62)
Qn—Q (67 (Hr) & Qi =T (&) , (4.6)
Q- —Q (&)

where the weak topology on &1 is defined as A,, — A if tr(4,K) — tr(AK) for all K € G (Hr)
the set of compact operators. We have used the notation A,, = A for the weak convergence.
4.2.2 The Coulomb space

While the P°-trace class will be used to define the kinetic energy of a state, the other terms of
the energy will be defined with the Coulomb space.

Definition 4.2. Let f € S’ : R? — R a function such that f is measurable. We define its
Coulomb energy by

2
D(f,f):= 47r/]RB |f(k|2 dk.

We then define the Coulomb space C as

C:={f, D(f,[f) <oo}.

It is a Hilbert space endowed with the scalar product

(4.7)

D)= te [ 0 g,

We denote
I£lle = D(f, /)**.

Remark 4.4. Notice that if f,g are smooth enough (in H'(R3) for instance) we find the usual
physical definition of the Coulomb energy between two charge distributions f and g

[ s,
D(f’*")‘//RW oy W

Any operator @ € G2($a) has an integral kernel operator [RS72, Theorem VI.23] denoted by
Q(z,y). Its Fourier transform Q(p, ¢) being supported in B(0; A) x B(0; A), the function Q(z,y)
is smooth so that the density pg of @) is well-defined as

pq(z) = Tres (Q(x, ).
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In the Fourier domain one has the formula

(k) = (2m) 73/ /pwm@ Tres (Q(p+k/2,p = £/2)) dp.
lp—k/2|<A

This last formula actually shows that pg is in L2(B(0;2A)), so that pg is in L?(R?) as well.
We now have the useful result proved in [HLS09]:

Lemma 4.1. The map Q € Gfo (Ha) — pgo € CN L2 is continuous. More precisely, there exists
a constant C(A) so that

vQ € 67 (94),  llpallz: + D(pg. po)/? < C(A)|Q

|1;P0'

4.3 Properties of the BDF energy

We are now able to write rigorously the expression of the BDF energy

£"(Q) = EEPF(Q) = trpo(D°Q) — aD(pq,v) + 5 Dlpa. pa). (43)

with @ belonging to the variational set

K={@esl"(5x). Q=@ -P'<Q<1-P}. (4.9)
Using lemma 4.1 and the boundedness of D° on $5, we see that £” is well-defined on K.

Proposition 4.1. The application E is coercive and weakly lower semi-continuous (wlsc) on

K.

Proof. To prove that £¥ is coercive on K we just remark that for any @ € IC,

« o « o
_O‘D<pQ’V)+§D(anpQ) = ED(pQ_vaQ_V>_ §D(V7V) > _ED(%V)’

so that o
EY(Q) = trpo(D°Q) — §D(1/, v). (4.10)

We then have the following lemma
Lemma 4.2. The application Q € G{DO (9a) = trpo(D°Q) is coercive.

Proof. Let (@) be a sequence in K such that ||@Q,|1,p0 — 00. According to the definition of
the norm || - [|1,po, it means that either |Q;, ~ ||e,.||QF T le.,1QF "I, or [|Q; T ||s, tend to oco.
If Q" [le, — o0 or Q7" [le, — oo, since

trpo(D°Qn) = tr(ID°|(Q T — Q7 7)),
and |D° > 1Id, Qf* > 0 > Q,,~ because of the condition —P° < Q < 1 — P°, we have
trpo(D°Qn) 2 [1Q7 " [le, + Q7 Flle, — oo
If |QF s, or |Q; T |ls, — 00, we remark that

ln~11&, + Q. s, (@) lles
10z IIs, +l@a*lIE, = @D e
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and that
1Q2Nle, = Q%) lle, +11(Q2) " lle.s

so that Q1 lls, or Q5 e, — 00 = Q2 ls, — co. Finally,
trpo (D°Qn) = tr(ID°|(Q " — Q7)) = tr(ID°|Q7) > @7 lles, — oo
We thus have proved the lemma. O

The lemma and the inequality (4.10) imply the coercivity of .

The map Q € &7 (H,) — $D(pqg — v,pq —v) — §D(v,v) is clearly convex and strongly
continuous by lemma 4.1 so that it is weakly lower semi-continuous on &7 ’ (Hr)-

We just have to prove that lim inf trpo(D°Q,,) > trpo(D°Q) when Q,, — Q.

Lemma 4.3. Let (A,) be a sequence of positive trace-class operators converging weakly towards A
in the trace-class. Then liminf tr(A,,) > tr(A), that is the trace is weakly lower semi-continuous
over the set of positive trace-class operators.

Proof. Since A, is compact we can write tr(A4,) = ), A, where the (A}) are the positive

eigenvalues of A,. Since they are all positive, we can choose that A} > A} > .... We have thus
the formula

T =sup(A,p, ).
©

Let ¢ be such that (Ap, ) = A\;. Then we have

AT 2 (Anp, ) = t1(An o) (@) — tr(Alp)(el) = A1,
——

compact
by definition of the weak convergence (4.6). Consequently,
liminf AT > Aq,
and we have the same formula for each A} by the min-max formula. Then,
liminf tr(A,) > tr(4),
and the lemma is proved. O

We apply the lemma to the sequences (| D°|'/2Q++|D°|'/2) and (—|D°|*/2Q;; ~|D°|'/?) which
are both sequences of positive operators which verify

trpo(D°Qy) = tr(IDO[V2Q T |DOV?) + tx(—| D°|V/2Q, ~ |DO|'/?).
By the definition of weak convergence, Q,, — @ implies that @/t — Q1 in &1(H,), and since

|D°| is bounded, |D°|Y/2Q;}+|D°|Y/? —~ |DO|*/2Q+*|D°|*/? as well. Applying the lemma we find
that

lim inf trpo (D°Q,,) = lim inf (tr(|D0|l/2Q:§+|DO|1/Z) + tr(—|DO|1/2Q;—\D0|1/2))
> tr(|D0|1/2Q++|DO|1/2) + tr(f‘DO|1/2Q77‘DO|1/2) = trpo (DOQ),

and & is thus weakly lower semi-continuous. O
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Corollary 4.1. The energy £V is bounded from below since we have

(@) + %D(V, v) 20, (4.11)

from the equation (4.10).

Remark 4.5. This corollary is exactly what we were looking for: a bounded-below energy, which
was not trivial to find in QED.

Remark 4.6. If v = 0, we remark that E° > 0 so that Q = 0, that is P = P°, is the unique
minimizer of E°. In this sense, we can also justify the choice of P° as the free vacuum.

Corollary 4.2. The functional EY has a minimizer over K, called the polarized vacuum.

Proof. The energy £” being wlsc and the set K being convex and strongly closed hence weakly
closed, the existence of such a minimizer is completely straghtforward. O

Remark 4.7. In the full HF model with the exchange term, the existence of a polarized vacuum
still holds by proving that the energy is also wlsc. However, the exchange term being not convez,
the proof is much more complicated and uses concentration-compactness methods to prove that
any charge escaping to infinity has a positive energy. It relies on the fact that the exchange term
can actually be controlled by the kinetic energy.

5 Existence of atoms and molecules for the reduced model

The study of the existence of atoms and molecules consists in minimizing the energy £” on charge
sectors. We have already seen that the charge of a @ € K is given by trpo(Q). So that when one
wants to study a system with a charge —elV, one has to minimize £ over the N-charge sector

K(N):={Q e K, trpo(Q)=N}. (5.1)
We note
BY(N) = inf £(@) (5.2)

The main problem occuring with this model is that /C(NV) is not weakly closed (or else a
minimizer would exist for any N, but the contrary has been proved in [GLS09]). Indeed, a
minimizing sequence may gain or lose charge at the limit. Plus, even if the reduced model is
not physical, one can argue that an atom cannot have an arbitrary charge because of the limited
binding forces of a nucleus. Thus, the existence of a minimizer in a certain charge domain will
depend on a binding condition as we will see.

This work has been done in [HLS09] for the full-model. In this study we will do the same for
the reduced model but we will moreover prove the thermodynamic limit for this model, which
has not been done yet.

5.1 The existence theorem

We prove the existence theorem as it is done in [HLS09, Theorem 1] because some key tools for
the proof will be useful for the thermodynamic limit.
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Theorem 5.1. Let A >0, v € C, and g € R. The following statements are equivalent:

(i) vk € R\ {0}, E"(q) < E”(q— k) + E°(k)

(ii) Any minimizing sequence (Qn)n>1 for EV(q) is precompact in K and converges up to a
subsequence towards a minimizer of E¥(q).

Remark 5.1. This type of condition is usual in the study of atoms and molecules. In non-
relativistic theory, there is the same kind of result which is the famous Hunziker-Von Winter-
Zhislin (HVZ) theorem [Hun66, Van64, Zhi60]. The HVZ condition (i) basically says that an
atom is stable if it is energically more favorable to have all the electrons bound to the nucleus
than to have a charge k fleeing to infinity while a charge q — k stays near the nucleus.

Remark 5.2. The concentration-compactness inequality
E"(q) < E"(q— k) + E°(k)

is always true, as proved in [HLS09, Prop. 8. This kind of inequality is usual in concentration-
compactness methods developped by P.L. Lions [Lio8).

Proof. We only prove (i)=-(ii), the other implication (proved in [HLS09, Prop. 8]) being usual
in concentration-compactness methods with a problem at infinity which is translation-invariant.
We first prove a criterium for the strong convergence of minimizing sequences.

Lemma 5.1. Let (Q,) be a minimizing sequence for E¥(q) such that Q, — Q weakly in K.
Then Q,, — Q strongly in K if and only if trpo(Q) = q.

Proof. By definition of a minimizing sequence we have lim £”(Q,,) = EY(q). If trpo(Q) = ¢ then
@ becomes eligible for E¥(g) and since £¥ is wlsc on K we have

E¥(¢q) < €Y(Q) < liminf £Y(Q,) < limsup £Y(Q,) = im EY(Q,) = E¥(q),

so that @ is a minimizer of E¥(q) and all these inequalities are equalities. By the proof of the
wls-continuity of £¥ it implies that

trpo (D°Q,) — trpo(D°Q) (5.3)

because each of the terms of the energy is wlsc. First, let us show that @,, — @ in &, that is
tr(Q2) — tr(Q?) (because we already have Q, — Q in &y).

The energy being coercive, the sequence (Q,,) is bounded in &5 so that its kernel (@, (z,y))
is bounded in L?(R3 x R3). Thanks to the cutoff in the Fourier domain, it is also bounded in
HY(R? x R?) so that we can suppose that, at least up to a subsequence, Q, (z,y) — Q(z,y)
strongly in L% (R x R3).

We now introduce two smooth functions y, & € C°°([0;00); [0; 1]) such that y* +¢2 = 1 which
will be used to “localize” the sequence (@) to exploit its local convergence. We define them
as x(z) = 1 when z € [0;1] and x(x) = 0 when > 2. We then define xr(z) := x(|z|/R) and
Er(z) := &(|z|/R) for z € R3. We note xg,&gr the multiplication operators by xg, g acting on
Ha. We have

tr(Q) = tr(xrQiXr) + tr(ERQ1ER)
and
nh_)nolo tr(xrQ2xR) = tr(XrRQ*XR)

by the local strong convergence of (Q,(x,y)). We also have

Jimtr(xaQ@xn) = tr(Q?)
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by the dominated convergence theorem. It thus remains to prove that tr(£gQ2&£xr) — 0 to have
tr(Q2) — tr(Q?). That is where the convergence (5.3) is useful. Indeed, we have

trpo(D°Qy) = tr(ID°|(QFF — Q7))

and

tr(|D°|Q; ) = tr(xr|D°|Q}F xR) + tr(|D°|ERQ; T ER) + tr([ER, |ID°|QF TER).

Since (Q;FT) is bounded in &;, we have
[tr([€r, 1D°1Q5FER)| < CllIER, D N 5(54)-
It has been proven in [HLS05b, Lemma 1] that

/

I1€R: 1D Nls(s4) < Tk

We have

trpo (D°Qn) = tr(xr|D°|(QFF — Q7 )xr) + tr(ID° € (QFT — Q7 )ER)
+ tr([r, [D°)(QF T — Q7 )Er),
so that

[tr([Er, ID°)(Q T — Qn 7)Er) |+ trpo (D°Qn) — tr(xaID°|(QF — Q7 )xr)l
<C"/R

> | tr(ID°|¢r(QFT — Q)7 )ER)|

and
|tr(|D°1ER(QFT — @, 7 )ER)| = tr(IDP[ERQEER) = tr(ErQEER) = 0,
by the Bach inequality (A.1) and the fact that |D°| > 1. Taking now the limit n — oo in this
inequality, where we have already seen that
Jim tr(xr|D°(QFF = Q. 7)xr) = tr(xrl D@ = Q7 7)xa),

we have

C"/R+ |trpo(D°Q) — tr(xr|D°|(Q1T — Q™7 )xr)| = limsuptr(¢rQ2ER) > 0.

n—oo

Taking now the limit R — oo we finally find that

lim limsup tr(£gQ%&R) = 0.

R—oo pooco

The sequence (Qy,) thus converges towards @ in G3. We now have to prove that QF+ — QT and
Q,,” — Q" strongly in &;. We just remark that the limit (5.3) follows from the weakly lower
semi-continuity of the map A +— tr(A) for positive operators. The proof of this fact in lemma
4.3 implies that actually, if we denote by A;(A) the i-th greatest eigenvalue of the trace-class
positive operator A,
N(IDOP2QETIDY2)  — N(IDOMPQTTIDOYE) (- oo) (5.4)
N(IDOV2Qu D) = A(IDVEQTTIDYE)  (n - o0) (5.5)

We now use the following lemma proved in [Sim79, Theorem 2.19]
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Lemma 5.2 (Griimm’s convergence theorem). Fiz p < oco. Suppose that A, — A and Af — A*
in the strong operator topology and ||A,||s, — ||Alls,. Then ||A, — Alls, — 0.

We apply this lemma to the sequences (|D°[*/2Q;+|D°|*/?) and (|D°|/2Q;;~|D°|*/?) which
are sequences of positive self-adjoint operators. Since @, — @ in &5 we also have

|D0|1/2QI+|D0|1/2 N |D0|1/2Q++‘D0|1/2

in G, and since the imbedding &5 «— &, is continuous, we also have the convergence in G,
and the first hypothesis of Griimm’s lemma is verified. Moreover, the limit (5.4) implies that

1D 2Q D)2 e, — 1D°]2Q DO |,
since all the eigenvalues are positive. Hence, we have by Griimm’s lemma
IIDO2(@Q* = QF*H)|ID°|?ls, — 0.
Finally, by the continuity of the map A € 6; — KA € &; for K bounded operator,
17 = Q@ lle, < IID°IT2I5, 11D 2@+ = @)DV ?||e, — 0.

We do the same for @, ~ and we finally have @, — @ in 6{30.
The other implication is trivial since the strong convergence implies the conservation of the
charge. O

We end the proof by contradiction. We assume that there exists a minimizing sequence (Q,,)
for E¥(q) which not precompact in &’ (§,). Since £/(Q,) — E¥(q) and £ is coercive, the
sequence (@) is bounded in &F°(§,) so that we can assume that @, — Q weakly and that
Qn —» Q strongly. According to lemma 5.1, it is equivalent to the fact that trpo(Q) # q. We set
trpo(Q) = ¢ — k with k € R\ {0} and then prove that this implies

EY(q) = E"(q — k) + E°(k),

which contradicts (i).

The idea is to show that the sequence (Q,,) splits into a compact part and a part that goes to
infinity, as usual for concentration-compactness methods. However, the issue about this splitting
of (@) is to keep the constraint given by the definition of . We cannot just localize @,, by
taking the operator xrQn, X r since it does not respect the constraint —P° < xgQnxr <1 — P°
for @, € K. We thus have to define adapted localization operators.

Localization operators. From now on we use the notation PR :=1— PY We define
Xp = P'xgpP°+ P)xpP?. (5.6)

We obviously have 0 < Xg < 1 so that we can define Y as the unique non-negative operator
verifying X}%{ + Y}% = 1. The important property satisfied by Xg, Yr is that they commute with
P°. They also verify the following properties

Lemma 5.3. The localization operators Xgr,Yr are continuous on 6{30 ($n), that is there exists
C > 0 independent of A, R such that

VQ € 1 (94),  IXnQXrlhpo + IVRQYzllpo < C[Ql1.po.
Moreover, if Q belongs to K, XrQXpr and YrQYR also do.

31



Proof. Since 0 < xg < 1, one can see that | Xg|ls_, |[Yrlle. <1 so that
IXrQXrls, < | XrlE. IQlls. < Qlls.:
because the map A € &5 — AK € G5 is continuous for K € &,,. Moreover,
[Xr, P°] = 0= |(XrQXr) ™" |6, = |XrQ™ ™ Xrle, < 1Q7 e,
The same result holds for Y. Finally, since —P% < Q < P_?, we have
XrQXp < XpP{Xp = (P{xaP})* < P{xpP] < P!.

We show that XpQXgr > —P° by the same argument.
For Yx we just remark that if we have 0 < Q + P° < 1, then

0< Yr(Q + PO)Yg <YE=1-X3% (Y} =Yg)
0< YrQYgp+P°—X2P° <1-X3
XpP°Xp < YrQYR + P° <1- PIX; (P°—1=-P)),
N——
20 =XrP)XR

since X commutes with Pfﬂ. We just remark that 0 < XRPEXR < 1 because Xg is selfadjoint
and A < B= CAC* < CBC*. Finally we have

0< YrQYgr + P° <1,

hence YrQYRr € K.

O
Lemma 5.4. We have the following limits
Jim [|Xr —xrlle. =0, lm [[Yr &gl = 0. (5.7)
For @ e G{DO(QA), one has
Jim [[XpQXR = Qllpe =0, lim [[YRQYr|1;po = 0. (5.8)

Proof. We have Xp — xr = [P°, xg|P®+ [P, xr]P). In the Fourier domain, P° is a multiplica-
tion operator since for any p € R3, in a diagonalization basis of D°(p), it multiplies by a matrix

of the form
0 0
0 I, |’

The transformation matrix to a diagonalization basis of D°(p) is given explicitly in [Tha92] and
depends smoothly on the variable p, so that P° is a multiplication operator by the matrices f(p)
in the Fourier domain with f smooth on R3. Now let ¢, € 4. We compute

W Pxale) = [[ G- 0005 (76) — F(a)) dpda

r

S R+ D050 = 5) (S5 5) = S ) drds.
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Since f is smooth and B(0;A) is compact we have |f(s +7/2) — f(s — r/2)| < |r|M for some
M > 0 on B(0;A)%. Hence

(W, [P, xrle)| < M (/ ITXAR(T)IdT> 19112121 22,
B

(0;0)

so that

A C —
IIP% xrlllsn < / rXR(r)ldr = & rxi(r)|dr = O(1/R).
B(0;A) B(0;A)

This also proves that limp_.~ || X% — x%|| = 0 since | Xg||, [|xr| < 1 and
X% =Xk = Xr(Xr — Xr) + (Xr = XR)XR-

The square root being a monotone operator we have the following theorem from [Bha97, Theorem
X.1.1):

Theorem 5.2. Let f be an operator monotone function on Ry such that f(0) = 0. Then for all
positive operators A, B,

1F(A) = fF(B)| < f(| A= BI)).
Applying this theorem we obtain
YR = &rll < [IYA = ERIIY? = IXE = XxEI"? =0 (R — o0).

We now want to prove that | XrQXgr — Q||1.p0 — 0 for any @ € sr° Ha). It is enough to prove
; 1 g

it for Q of the form |¢){¢| by density of the finite rank operators in &7’ (§,) and by the uniform
boundedness of (Xg)g. It is enough to show that xr|©){(¢|xr — |¢){w| — 0in &1 by (5.7). But
this is obvious since xgp — ¢ in Hp by dominated convergence. We can use the exact same
argument for Yg, using again (5.7). O

Lemma 5.5. For any R, Xr and 1 — Yg are in &1(Ha) and in particular are compact. The
map Q — XrQXpg is also compact: if Q, — Q in Gfo (9r), then XrQnXr — XrQXg in
Gfo (9A). It is also true when we replace Xp by 1 — Yg.

Proof. We use the Kato-Seiler-Simon inequality [Sim79, Theorem 4.1]

1f(=iV)g(2)lls, < CllflIz=llgllz2,

where f(—iV) denotes a translation-invariant operator acting by the multiplication by f(p) in
the Fourier domain, and g(z) denotes a multiplication operator acting on L?. We thus obtain

IXrlle, = P'VXERlE, + 1PLVXRIG, < QCIB(O;A)IR/]RS X
which proves that Xp is trace-class for any fixed R. We then have
0<1—-Yr<1-Y2=X%< Xg,

so that 1 — Y € &;. Now let Q, — Q in Gfo ($A)- The compactness of the map Q — XrQXgr
can actually be shown for any A € &; instead of Xg. Indeed, by density of the finite rank
operators in &y it is sufficient to prove that

[0} (l@nl@) (o] = 02 {2l Qlp) (el
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We just remark that
) (2lQnle) (] = tr(Qnle)(¢l) l©) (o],
—————

—tr(Qle) (¢l)
by definition of @), — . We do the exact same thing for 1 — Yy € &;. O

We are now nearly able to conclude. Let us consider our minimizing sequence (@) which
converges weakly towards @ in &1 ’ (Ha). We can write

trpo(D°Qp) = trpo(D°XrQnXg) + trpo(D°YrQ, YR) + tr([Xg, [D°(Q) T — @, ") Xr)
+ tr([Yg, [ D°J(QFT — Q,7)YR). (5.9)

Notice that we have used the fact that Xz, Yz commute with PP, Pf_ in the computation of the
last two terms. We have

| te([Xr, D@1 — Qn ™ Xr))| < Cll[XR, [Dlllls.
since (Q;'1), (Q,,”) are bounded in &; and || Xg| < 1. Hence
trpo(D°Qp) = trpo(D°Q) + trpo (D°YRQnYR) + trpo (D Xp(Qn — Q) Xr)
+trpo (DY (XrQXR — Q) = C(IXR, [D"|ls.. + YR, [Dllls..). (5.10)

To treat the direct term we use
Lemma 5.6. Let (R,) be a sequence in 6{)0 ($A) such that Ry, — 0. Then for a fived R,

Jim |lpr, = pyrr,velle =0
Proof. We have

R, —YrR,Yg = —(1=YRr)R,(1 —Yr)+ Rp(1 —Yr)+ (1 — Yg)R,.

By lemma 5.5, (1 — Yg)R,(1 — Ygr) — 0. Then, 1 — Yz € &; so that we can approach it by
finite-rank operators. It is then sufficient to prove that, denoting by S, := R,|¢){®|,

PS’"_’O7 gDEf)AﬂLl.

It is easy to see that the integral kernel of S, is

Sulw) = [ | Rule2)pl2)e0)" 4z

so that
ps. (@) = Tres (5,(.2)) = [ Toes (Ruly)e(wpla)’) do.
Hence

los. e < [ IRs(e ) llollote)] dady.

Since R,, — 0, we can assume that the convergence is also in L{ . thanks to the cutoff in the
Fourier domains which guarantees that (R,,) is actually bounded in every H®. For any K C RS
a compact set, R, — 0 in L?(K) and, again thanks to the Fourier cutoff, in any H*(K) so that

for s large enough, R, — 0 in C°(K). We can thus assume that R,, — 0 uniformly on every
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compact set of RS. Since p € L', ||ps,
and also ||ps,, |lc — 0 since

|ps., (k)| 2 dk
s dk < |[ps, [ AL
/B(O;A) k|2 5= sy 162

z1 — 0 by dominated convergence, hence ||pg. ||~ — 0

Let us now finish the proof of the theorem.

D(pq,.pQ.) = D(pq,pq) + D(pya(@u—0)Yas PYa(@.—Q)ve) + &1 (0)
= D(PQ,PQ) + D(pYRQnYR’pYRQnYR) + 6{%(”) - Cl||pYRQYR”(2Za

where we have used that the sequence (Q,) is bounded in Gfo ($A) in the last term, Cy being a
constant independent of R and n. We also have

D(pq,.:v) = D(pq,v) +ea(n),

where e2(n) = D(pg, —q,v) — 0 as n — oo since @, = Q = pg, — po in C, and

et(n) = lra.—llz = lpyr@.-@vallZ +2D(pq,—q: rQ)

= D(pQ,-Q = PYR(Qu-Q)Yr+ PQn—Q T PYr(Qn—-Q)vr) T+ 2 D(pQ, -, PQ):

—0 (n—o0) by lemma 5.6 bounded —0(Qr—Q)
so that ef(n) — 0 as n — oo. We thus have for the total energy
EY(Qn) = £(Q) + E°(YrQnYR) + €1 (n) — £2(n) + trpo (D’ Xr(Qn — Q) Xr)
+trpo (DY (XrQXR — Q) = C([[Yr, [ID°lsw + I Xr: [D°[le.) = Cillovaoyvalle.  (5.11)

Notice that
q=trpo(Qn) = trpo(XpQ,Xg) + trpo(YrQnYr),
where we have used [P°, X] = 0 = [P°, Yg]. Moreover,

EY(Q)+E°(YrQnYr) = E"(q—k)+ E°(trpo(YrQnYR))
= E"(q—k)+ E%q— trpo(XrQnXr)).

We now pass to the limit n — oo in the inequality (5.11) with a fixed R, using lemma 5.5, the
boundedness of D and the continuity of the map q — EY(q) proved in [HLS09, Corollary 9]:

E"(q) = E¥(q — k) + E°(q — trpo (XpQXR)) + trpo (D°(XrQXR — Q))
= C(IYR, ID°ls. + I1XR, [ID°Ns.) = Cillpyrgvalle  (5.12)
Using now lemma 5.4 and the boundedness of |D°| we have
Jim (X510 = Jim_[xn. [D°l]e.. =0,

and by the same argument the same result holds for Y. Finally, we pass to the limit R — oo in
the inequality (5.12). Using again lemma 5.4, the continuity of the maps @ — pqg, ¢ — E"(q),
and the boundedness of D°, we get

EY(q) > E”(q— k) + E°(k),

which contradicts the hypothesis (i) and proves the theorem. O
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5.2 The Thermodynamic limit

We have seen that there exists minimizers of the energy with charge constraints under a binding
condition. We now want to prove the convergence of the lowest energy in a box towards the
lowest energy in the whole space. We recall the context in the box Cp = [~L/2; L/2[>. We
consider the lowest energy

EMY(q) :=inf {EM(Q), Q€ Qk(q)},

where
E4(Q) = u(D"Q) - aDilpg.v) + 5 D1lpq: po)
Qk(q) = {Qe ok u@=4q}
9k = {QeL®y), Q"=Q, -PL<Q<1-P)}.

Notice that the charge constraint is here tr(Q) = ¢ while one would have expected trpo(Q)
as in the whole space. Indeed, since we work in a finite-dimensional setting thanks to the box,
any operator in Q% is trace-class (it is a matrix!), hence tr(Q) = trpo (Q). Moreover, the finite-
dimensional setting also implies that the variational set Q% (g) is compact and not empty for L
large enough (because of the charge constraint), so that by the strong continuity of the energy,
the existence of a minimizer for EX¥(q) is completely straightforward.

We then want to prove the following theorem.

Theorem 5.3. Let A >0, v € C and q € R. Then we have the thermodynamic limit

lim EXY(q) = E¥(q). (5.13)

L—oo

The proof of this theorem is split into two steps:

limsup E¥"(q) < EY(q) (5.14)
L—oo
liLminfEL"’(q) > E"(q) (5.15)

We adapt the proofs of [HLS07, Theorem 2.9] and [CDL08, Theorem 5]. The inequality (5.14)
consists in establishing that the infimum on the left side of the inequality is lower than the energy
of a minimizer in the whole space. In order to do so, we just have to restrain the minimizer in
the whole space to the box C, in a way that it becomes eligible for the minimization problem
in a box EX¥(q) and its energy in a box stays close to its energy in the whole space, which is
E¥(q) by definition.

Restraining an operator in the whole space to the box Cp,, that is for Q € £($a) associating
a @ € L(H%), is not a trivial task. It is easier to do so for an operator which has a finite-rank,
that is a finite linear combination of projectors |p){p|, € Ha, because we just have to associate
topape fjk which we can do through the Fourier transform. Furthermore, it has been proved
in [HLS09, Proposition 5] that finite-rank operators are dense in G’ (£, ) and since the energy is
strongly continuous for this topology, there exists a minimizing sequence for E¥(¢) which consists
of finite-rank operators.

Moreover, one can choose explicitly this minimizing sequence according to [HLS09, Propo-
sition 5] and [HLS09, Theorem 5]. They indeed prove that there exists an orthonormal basis
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(v3)i>—n of ,F)X = (1 — P%$9,, an orthonormal basis (u;);>—p of Dy = P%§,, a sequence
(Mi)izo € £%(RT), and a finite-rank v with 0 < v < 1, such that the sequence (Qk) € Qa(q)
defined by

QK— Z |U1 Uz|_ Z |’LL1 uz|+z

|Uz (vi| — |u1><ul|)

K

Ai
+ g Tz (u el + )+, (516)
is a minimizing sequence for E¥(q). Moreover, we have
Y@k —v+P°) = (Qx —v+ P°)y =0. (5.17)

We now explain how to confine this operator in a box. We define an operator
i ¢ ~6A — y)Aa
by defining its action on the Fourier domain. Recall that in the Fourier domain, functions in $%

are only defined on the lattice

2
Tk = %Z?’ N B(0; A),

while functions in $, are defined on the whole ball B(0; A). Hence, defining iy, is the same as
defining an application T'Y — B(0; A). Before doing so, let us define a 4 x 4 matrix U (k) for each
k € B(0;A). For such a k, let ko = (k{, k3, k3) be the unique element of 'y such that k belongs

to the “cube”
2T k:l k2 k3
Cro (’“*( )[Ow[x[ow[ [OMDQB(O’A)'
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Such a choice for C, ensures that |k| > |ko| for all k& € Cy,, which will have its importance later.
We now recall that DY(kg) is a self-adjoint 4 x 4 matrix with two eigenvalues of multiplicity
2: Mko) := v/1+ k% and —A(ko). Hence, there exists a unitary matrix V (ko) such that (see
[Tha92])

* A(ko) I 0
VDo = [ R0
We thus define U by the formula
U(k) = V(k)V*(ko). (5.18)

The action of U(k) over C* is to map the eigenspace of D°(kg) linked to the eigenvalue (ko)
(resp. —A(ko)), which we denote by $7 (ko) (resp.  (ko)), to the eigenspace of D°(k) linked to
the eigenvalue A(k) (resp. —A(k)), that is 1 (k) (resp. $; (k)). Actually, U(k) is an isometry

U(k) : 9% (ko) — 93 (k).
Let us now define for any ko € I'k a function
Xko : B(O;A) — R

such that
SUPPXko C Cky» /Xi(, =1

Typically, one can consider y, = (2r/L)™3/2 1c,, the characteristic function of the cube Cy,.
We are now able to define the operator iy. Let f € H%, then i (f) € Ha is defined by

— o\ 3/2 .
weBOA), w0 = (F) X Uit (5.19)
koel'k

In words, the Fourier transform of iy (f) in & is defined by the value of the Fourier transform of
f in ko where kq is the unique element of the lattice T'k such that k € Cx,. Let us now detail the
properties satisfied by the operator iy,.

Proposition 5.1. 1. The operator iy, : §% — 94 is an isometry;

2. The adjoint i% : Ha — HX of iy is defined by

2

- —3/2
weon vherk oo =(F) [ 00500 o
B(0;A)

3. it = Idy)k but for any f € Hr we only have
irip.f— f (L — o0);

4. (Intertwinning property) i, PY = PV, and i} PY = PYi%;

5. (Kinetic energy)
i3, D% 1 — DY |l ¢(5) = O(1/L).
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Proof. 1. Let f € $%. Then

/ i f (@) da
R3

|
w
=
S
=
S
S—
o
o
=

~

/B( <U(k)A(k0)’U(k)A(k6)>c4xko(k)xk6(k)dk
3 o~
) /B(OA U (k) f(ko)I*X7, (k) dk (ko # kb = Xno Xk, = 0)

(%)

- (Z 3 > | (ko) PxZ, (k) dk (U isometry)
<L) /B(O~A
(%)

> wfwe= [ ([ =1).
Tr
Hence iy, is an isometry.

2. Let f E.‘F)/L\ and g € H5. Then

(irf,9)sa

Il
5
=
=)
~
—
=
Na
—
=
a
S
(oW
ol

I
N
[\
SIS
N———
w
~
[\
=)
o
:‘L
-
*
e
N~—
<
—
=
=
o
(=)
—
=
o,
=z

with @(ko) given by the formula in the proposition.
3. Let f € H%. Then for any ko € '} we have

- N\ 372
Tt = () [ venTw

S R e (0

kerk ’B

Fiko) / 2, (K dk = Flko).
B(0;A)

Thus we have i} i = Idg:. Conversely, if g € Ha, then for any k € B(0; A)

— /2 —
) = (r‘;) S Uk g(ko)xk, (k)

koGF/L\

U(R)U* (K)G(K ) xwo (K )xko (k) dB

= U(k) /B(O.A) [Z Xro (K')Xko ( ] dK’.

koelk

I
1N
E\
S
z
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One can remark that for any ¢ € C°(R3),

koGFL
Indeed,
T — o(k)| = Z/ o (K (K)o () AR — (k)
koerk I BOA)
27'(' —3/2
- 1= (F) [ wtemar e
koeTk Cko
2 -3
_ () [ et — o).
L Cry(L)

where ki (L) is the unique element of '} such that k € Cry (1) Hence,

(%) B / IRGEROIE

< <2L”> / L Telb) 0] a

< sup oK) — (k)| = O(1/L).
k€Chy (1)

Top — (k)| =

We want to apply this to the map k' — U*(k’)g(k’). The map k' — U*(k’) is actually C*
[Tha92] but we cannot say the same about g. Thus, we will assume that g € S(R?) N, so that

g € C* and then
iripg(k) = U(K)U(k)g(k) = g(k).

So that izif — Idg, pointwise on S(R3) N $H which is dense in H,. Since iyi} is an isometry

and hence is continuous, we have iyi7 — Idg, pointwise on $a.

4. Tt is sufficient to prove that P%; = i, P? : §% — $r. We will prove this equality on

ﬁi = PEYJA and ﬁA’+ =(1- PO)Y)A because

L
k=09t oot

Since
peNE e (pk)ent(k) VkeTk),

for any ¢ € f)/L\’i, we have on the one hand
ZLP%@ = 6(_a i)211307
and on the other hand

— 2 8/2
ZLQD(]C) = <L) Z U kO Xko( )

koel'k
0€ EﬁA(k)

40



so that we also have
Plipp =6(—, %)iLe.

Indeed in the whole space we also have
feny =Ph o (f(k) €9y (k) Vke B0 A)) :
with the obvious converse equivalence for f_)X =(1- PO)Y)A. We thus have iy, P? = PY%; and

the proposition is proved.
5. Let us consider f € ﬁi‘* and let us compute iZDOiLf. We have for k € B(0; A)

_— o\ 3/2 .
D) = () 5 0P U k) v,
ko €T'X et (k)
21 3/
= (L) Z V 1+ k2U (k) f (ko) xio (),
k()EFL
so that for k' € F/L\
— o\ ~3/2 _—
G0 = () [ v D e () di
L B(0;A)
- / S VF RO (YU (k) F (ko) ko () () b
B(0:A) T

= / V1 + k2 F()XE (k) dk.
B(0;A)

One can remark that x7, — §(- — k') in D'(R?) or we can do the direct computation

= V14 R2F(E )3 (k) dk — V1 + k2 f(K)

B(0;A)

i3 DVip f(K) — DY F(K)

- ( ”) (V1+k2—/1+k2) dk
Cp

L

| I<Ie—|
|[F(K)] sup [k —K'| = O(1/L).

k!

N

We are now able to establish the inequality (5.14).

Proof of the inequality (5.14). Let € > 0. Since (Qx)k>1 is a minimizing sequence for
E¥(q), let K be such that

&"(Qk) < EY(q) +e.

v =gl (W),

jeJ

As # is finite-rank, we write
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with J finite, 0 < n; < 1, and the (1)) orthonormal. Let us now restrain Qx to an operator on

HL. We define for all i < K

L . o,
Uy = 47U

and (v))i<x,(¥])jes in the same manner. We have

(uf uf)qr = (ipusipu)gr = (i uj)g, — 85 (L — 00) (5.20)

by the proposition 5.1 (3). Furthermore,
Pluf = Plitu; = iy Pou; = iju; = ul, (5.21)

be the intertwinning property of ¢7. We then build by the Gram-Schimdt orthonormalisation
procedure an orthonormal set (@;");< x of P2H% such that ||a;" —u| — 0 as L — oo. However,
it is not obvious that the family (ul);<x is independent for a fixed L since for instance for low
L, the dimension of $% is also low so that the family (ul);<x which is of fixed cardinal cannot
be independent. Thus, let us prove the following lemma.

Lemma 5.7. There exists L > 0 so that for all L' > L, the family (U/iL/)igK is independent.
Proof. Let us consider for all L a relation
> Ml =0,
i<K
where A\l € C. We recall that K does not depend of L. We have to show that
3L>0, VUL, Y A ul = 0= max|Af|=0.
i<K

Let us thus assume that there exists a sequence (L, )nen with L, — oo and for each n a relation
D<Kk AbnyEn = 0 such that max; |AX"| > 0. We pose

We can assume that the sequence (A}'); ,, is bounded. Indeed, for a fixed n one can divide each
AP by AL such that [A!| = max; |A\}'[. We can thus assume that for all n, max; [A\}'| = 1 and
for a fixed ¢, we can assume that (A") converges towards \; up to a subsequence. Moreover, as
there is a finite number of ¢, we can also assume that up to subsequence, the maximum of |A7?|
is attained for the same index i for all n. In particular, we have 1 = [A} | — [X;,|. For all n we

have
SNl =0= 0= AMulul) = > iy = N,
[ 7

3

by the limit (5.20). Hence A;, = 0 but |A;,| = 1, which is absurd and proves the lemma. O

We then apply the Gram-Schimdt process to this family for all L large enough by the lemma
(notice that this family is finite so that there is a finite number of steps in this process):

at = b (5.22)

i L
—~L . L (a;" uf1) 1 -
upl o= ufy -y R (i), (5.23)



We prove that ||G;" — ul|| — oo by induction on the index i. The case i = 1 is trivial. Then we
just remark that

1—1 ~ L L
~ U; ,U;
||ulL_u{J|| < |< ]~7L7,>|.

27T

Since [Juf —4;"|| - 0 and [uf|l — 1 by (5.20) for all 1 < j <i—1, for L large enough the family
(143" 1<j<i—1 is bounded by below uniformly on L by a strictly positive constant. Finally,
again by ||u]L - @LH — 0 and the limit (5.20), we have

dim (" ) =0, 1< <i-1,

and thus
lim ;" —uX| =0.
L—oo

—~L
We define in the same way (3;), (1; ). We now define the test state for EX¥(q) as

_ —1 _ N —1 N N K AQ N N N N
QY= > wh@t - Y |uz’L><Uz‘L\+Zﬁ(|Uz‘L><Uz‘L\—|UiL><Uz‘LD
i=—N i=—M =0 2
= Ai ~ ~L ~I\/~L —~L ~—~L
+ 2 e (a1 (@ D+ ngley )@y | (5.24)
=0 t jeJ

We still have tr(QX) = ¢ and —-P? < QL<1- P? by orthonormality of the (4;"), (3;%) and

—~°L
(v; ), and because
Pp= Y |a" )G
i>—M
Hence, @L is eligible for £ (q) so that
EL(@QY) = EMV(g).

The energy of this state is
s ~ !
E81(QY) = tr(DLQY) — aDipge,vi) + 5 Dilpge, pge)-

We just have to show that this energy converges towards £”(Qf). Since the kinetic energy
Q — tr(D°Q) is linear, we just have to prove

(DY IF") (")) — (D ) (€)),

where ¢ and ¢ denote either a u;, a v;, or a 1;, according to the decomposition (5.24). Recall
that

(DY IE") (€M) = (DY @", ¢h).
We then notice that _
(DLo", ) = (Diet ") +0(1/L)
because [|G% — %[ — 0 and || — ££| — 0. Moreover,

(DYt ety = (X 3 SO (DO (o) 9 (ko), €L (ko))es = ( = 3 S~ (DO (ko) ko), 116 (Ko))ca.
L L

koel'k koel'k
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We show that |Z/z<\p(k0) — @(ko)| = or(1). Indeed,

-3
ot -t = (F) | [ @ wpm- g ak

ko ——
=U~(ko)@(ko)
< suwp U7 (R)P(k) — U™ (ko)@(ko)| = or(1).

ko
continuous

Thus

3
O = () X 0 a)tho), Elkaes + 01(1) | o DRI, B

ko €F/L\’

so that (D%@L,gL> — (D%, £) and hence tr(D%@L) — tr(D%Qf) as L — oo. It now remains
to prove the convergence of the potential energy. We first remark that, if we define the sequence
(fr) C Ha by

Fk) =" pgilko)le,, (k), ke B(0;A),

k:()GF/L\’
then
e
D(fr,fr) = / |fL(2)| dk
BoA) Kl
R Le,, (k)1c,, (k)
= Z PQL(kO)PQL(%)/ %dk
ko ki) eTE B(0,A)
_— dk
= Y @l [ s
Cry Kl
koeTk ko
2m\? 1pge (ko)?
- (2) X e roum
koel'k

= DL(PQLJ’QL) + O(I/L)'

Hence, it is sufficient to show that

D(fLafL) - (pQK7pQK)’

L—oo

to have the convergence of the potential energy. Indeed, if (fr) converges strongly towards pg,
in C, then it also converges weakly towards pg, in C and we have also D(fL,v) — D(pgy, V) as
L — oo. In order to have the strong convergence in C, we remark that by the Hardy-Littlewood-
Sobolev inequality,

D(p,p) < Cllpllzess < C'(llpller + llpllL2),

so that the strong convergence in L', L? implies the strong convergence in C. But

— L[>

L',L? —~ L2 L~ __ _—
fL — pQK<:>fL — pQK<:>fL—)pQK7

because the Fourier transforms have their supports in B(0; A). According to the definition of ?;,
the convergence of fr, towards pg, in L™ is equivalent to show that

Vko € TX,Vk € Cry, |0ge (k) = pax (k)] = or(1),
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where the oy, (1) does not depend on k. In order to have this condition, one can show that it is
sufficient to have the convergence of (1¢, p@L) towards pg, in L'. But according to the form

(5.24) of QL it is then sufficient to prove that ([1¢, %]2) converges towards ¢2 in L', where ¢
denotes whether a u;, a v;, or a ;. Indeed,

Pl (el = lol?.

We already have
Jim 10,0 = [9®l,

so that by the missing term in Fatou’s lemma, it remains to show that ([1¢, ©*]?) converges
almost everywhere towards 2. One already has the convergence of iy ¢” towards ¢ in L?, hence
almost everywhere up to a subsequence. Let us now show that Vo € R?, ipo”(z) — X (x) — 0
as L — oo. Indeed,

1 o )
- L - - - L ik-x
iptl@) = (2m)3/2 /B(O;A) gt (K)e™= dk

—

1 ik-x
= on 2 ( /B o Vo (DU dk) " (ko)

k()er‘k

(27‘()3/2 1 iko-x
= > Ulko)eE (ko) €™ +or(1)

L3
ko EFIL\

=¢L (ko)
= o (@) +oL(1).

Thus we have
DL(p@L’p@L) Ljo:) D(pqw: Pox)

and
Drlpg, ve) = D(pQw:v)-
Finally, _
EMY(q) < EMY(QL) o €7(QK) < EY(g) +e,
hence

limsup EX"(q) < EV(q) +¢, Ve > 0.

L—oo

We have proved the inequality (5.14).

Proof of the inequality (5.15). The idea of the proof is the converse of the last one. Indeed,
we have to find an energy greater than E¥(q) while staying close to E%¥(g). In order to do so,
we extend a ground state in a box Cf, to a state in the whole space so that

1. it is eligible for E¥(q), hence its energy is greater than E"(q);
2. its energy in the whole space remains close to its energy in a box, that is E*¥(q).

Let now Q1 € Qk(g). We want to extend this operator to an operator in Qx(q). We define

Qr :==irQriy.
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Let us check that @L € Oa(g). We have immediately @*L = @L. Since —P? < Qr, <1— PP we
have

—ip PPi} < Qp <ipif — i PPi}.
But since iri} is an isometry, i1¢} < 1. Moreover by Proposition 5.1 (4),
ip PYi% =i POPYis = PY%pis PY.
Recall that A < B = CAC* < CBC™* for all operators A, B, C, so that
i PYiy < POP° = PP,
and we have B
-P'<Qr<1-P°.
Let us now examine the charge constraint.
trpo(ipQriy) = tr(POzLQLzLPO) + tr(PozLQLzLPO)
= tr(igPLQLPLi}) + tr(ir(1 - PL)Qr(1 — PL)ij)  (Prop. 5.1 (4)
(PLQLPL) +tr((1 = PYQL(1 = PP)) (ifir =1d)
(Pr + (1= P)QL(1 = Pp)) =tr(Qr) = ¢.

We thus have Q7 € Qa(q). Let us choose Q, as a minimizer for EX*(q), that is E£7(QL) =
EL¥(g). By definition

= tr
= tr

EL(q) = €4(Qu) = r(DYQr) — aDrlpau,ve) + 3 Dulbar pan)  (5:29)

One also has
E”(q) > limsup B (q) = limsup £""(Qy),

L—oo L—oo

by inequality (5.14). The energy being coercive, the sequences (@) is bounded in the sense
that Qr(z,y)1c, (z)1c, (y) is bounded in L*(R?® x R?) and pg, (z)1¢, (z) is bounded in L?(R3).
Hence, up to a subsequence and as in the proof of lemma 5.6 we can assume that

QL(Iv y)ch (I)]‘CL (y) - Q(IE7 y)
in L2(R3 x R3), uniformly on compact subsets of R and that
PQL (x)]‘CL (I) - pQ(x)

in L?(R3), uniformly on compact subsets of R3. Let us now study the convergence of the kinetic
energy.

Lemma 5.8. The kinetic energy of C~2L satisfies

1

trpo (D) — tr(D%QL)‘ -0 (L) .

Proof. A short computation similar to the one determining the charge of C~2 1. shows that
trpo(D°Q) = tr(if D%, P2QLPY) + tr(it D% (1 — PO)QL(1 — PY)).

The sequence (Qy,) verifies that (tr(PYQLP?))r and (tr(1— P?)Q(1— PP)) . are both bounded.
Hence, using the proposition 5.1 (5), the lemma is obvious. O
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The kinetic energy belng coercive, the sequence (Q 1) is bounded in GP We can thus assume
that up to a subsequence, QL — Qin GP (Ha). Let us show that Q = Q. Let f,g € C5°(R3).
Since iri}g — g,

(Qut.9) = (iLQLiL [,irizg) + O(1/L).
But since 77 ¢7, = Id,
(iLQripfiivirg) = (QLiLg,iLg)
L aueanic.@ie, it @it duy — Q1.0

by weak convergence of Qr(z,y)1c, (z)1c, (y) and strong convergence of 1¢, 4% f towards f in
L?(R3). We also have

<©Lf7 g> - <@f7 g>

so that @ = @ and hence pg = Po- We now study the convergence of the potential energy term.
Let us prove the following lemma.

Lemma 5.9.
liminf Dr.(pq,. pa.) 2 D(pq; pq)- (5.26)

Proof. We introduce an auxiliary function p;, € C which has the same weak L2-limit as o by

pr(k) =) pa.(ko)ley, (k).

koérk
We have
27’ — 2 2
L= () T = [ 1oa.
R kocTk Ty

and since |k| > |ko|,Vk € Cy,,
2\ 1Pq, (ko) ”
D(pr,pL) = 4m Z 1pqy (o) [? |k:|2 S I Z ko2 =Dr(pQL:PqL)
ko€l'a k‘oGFII{ 0

so that (pr) is bounded both in L?(R3) and in C. Up to a subsequence, it thus converges weakly
towards the same limit p, in L?(R3) and C. By the weak continuity of the C-norm, we have

liminf D(p,pr) = D(p, p)-

We just have to show that p = pg. Let us take f € Cs°(R3) and L large enough such that
suppf C Cr. Then

/Rpo— S s (ko) / o dk—(z”) > s (k) ko) +o1(1) = [ pa, 7+ ou (D).

koel'k koel'k Tr
Hence,
Jor=jim [our=pm [ pa.s=[rar
thus p = pg and the lemma is proved. O
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One verifies in the same way that

Dr(pg,,vr) = D(pr,v) +or(1),
so that
Dilpqr:ve) — D(p,v) = D(pq,v),

by the weak convergence of (pr) towards p in C. Let us recall the equality (5.25) and use the
localization operators Xg,Yr introduced earlier

EY(q) = trpo(D°QL) — aDr(pg,.vL) + %DL(pQL?pQL) +O(1/L) (5.27)
= trpo(XpD°QLXR) + trpo(YrD°QLYR) — aDL(pg,, VL) (5.28)
+5 D1y pa,) +O1L/L) (5.29)
= trpo(D°XRrQLXR) + trpo(D°YRQLYR) — aDL(pg,, VL) (5.30)
+5D1(paypa,) + O(L/L) + O(1/R). (5.31)
We now have the important fact, characteristic of the reduced model, that
E°(k) = mf{trpo(D"Q) + (a/2)D(pq. pq): Q€ Qa(k)}

= inf{trpo (DOQ), Qe QA(]C)},

so that
trpo(D°YRQLYR) = E°(trpo(YrQLYR))
> E%q—trpo(XpQLXR)),
since trpo(@ 1) = q. Taking the limit L — oo in (5.31), using the local strong convergence of
(Qr)rL, lemma 5.9, and the continuity of k — E°(k), we have for all R
lim inf ¥ (q) > trpo (D’ XrQXr)—aD(pq, V)Jr%D(PQ’PQHEO(Q*U‘PO (XrQXR))+O(1/R).
(5.32)
Finally, as R — oo, with k := trpo(Q),
limint E°%(q) > trpo(D°Q) — aDl(pq.v) + 5 Dlpas pa) + E°(q — trpe(Q))

= &"(Q)+E°(q—k) = E"(k) + E°(¢— k) > E"(q).

We thus have proved the inequality (5.15) and hence the theorem 5.3.

A A key lemma

Lemma A.1. Let A € M,,(C) a self-adjoint matriz. Then the following minimization problem

. %gfgltr(Av)

=y
is attained by v = X(—o0,0)(A), the orthogonal projector on the direct sum of the eigenspaces
of A linked to negative eigenvalues. The attained minimum is thus the sum of these negative
eigenvalues, counted with multiplicity. If moreover A is invertible, this minimizer is unique. If
its not invertible, every minimizer takes the form v = X(—o0,0)(A) + 9, where 0 < § < x40} (A),
0* =4.
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Proof. Let P = X(_o0,0)(A). We have P + P+ = I, where I is the identity operator of C". We
then show that for any + eligible for the minimization problem, tr(A(y — P)) > 0. Indeed,

tr(A(y = P)) = tr((P+PM)A(y—P)(P+Ph))
tr(PA(y — P)P + P+ A(y — P)Pt),
by expanding the product in the first line et by using the relations tr(XY) = tr(Y X) as well
as PPL = 0. Recall that the operator |A| := v/A*A is a positive operator which is a multpile

of the identity with coefficient |A| on ker(A — AI), for A € Sp(A) the spectrum of A. We have
PA = —|A|P and P+ A = |A|P. Denoting Q = v — P we thus have

tr(AQ) = tr(JA(QT —Q77)),

where QT+ := PLQP* et Q= := PQP. Moreover, there is the
Lemma A.2 (Bach’s inequality [BBHS99]).

QT —-Q " > Q% (A1)
Proof. Knowing that 0 < v = Q+ P < I, we also have 0 < (Q + P)? < Q + P. Writing now that

(@+P)? = @Q*+QP+PQ+P?
= Q?+ PQP +P*QP + PQP* + PQP+ P
Q+P = PQP+ PLQP+ PQP++ PLQP+ + P,

We find the desired result. O

We also recall the following result. If XY > 0, then tr(XY) > 0. This implies that if
) = 0. The equality holds

X >0,Y > Z, then tr(XY) > tr(XZ), So that tr(AQ) > tr(|A] Q*
=~
>0 >0

when @@ = 0, which proves that P is a minimizer.

Let us study the uniqueness. If ker(A) = 0, then |A| > eI, where € > 0 is for instance the
lowest norm of the non-zero eigenvalues of A. Hence 0 = tr(|A|Q?) > etr(Q?) = etr(Q*Q) =
ellQ|l%s- We thus have tr(AQ) = 0 < @ = 0 and we have the uniqueness of the minimzer.

If A is not invertible, let us m = Pier(a) = Xjo0}(A) the orthogonal projector on the kernel
of A. In the same way as we did before, we have |A| > enrt with ¢ > 0. Hence if 7 is a
minimizer, tr(7tQ(7+Q)*) = tr(71Q?) = 0, so 7-Q = 0. Q being self-adjoint, we deduce
that Qr = 0 as well. Then, by writing Q = 7Qnm + 7-Qn + 7Qn’- + 7-Qnt, we obtain
Q = 7Qnr = 7(y — P)m = myn. We deduce 0 < @ < I, as well as @ < 7 by noticing that
Q —m=nQm — 7 < 0. Finally, every minimizer takes the form y =P+ Q, avec 0 < Q@ < w. [

We can generalize this lemma to the infinite dimension setting.

Lemma A.3. Let § be a separable Hilbert space, A € &1(9) a trace-class self-adjoint operator
and I a projector on $) such that Il — P € &2($)) where P = X(—s0,0)(A). Then the following
minimization problem

inf tro (A
iyt nAQ)
Q"=Q

is attained by Q = P —1I1. If moreover Je > 0,|A| > el, this minimizer is unique.
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Proof. The proof is basically the same. We just write for any @ eligible for the minimization
problem, Q = Q' + P —II with —P < Q' < I — P. Then we notice that

tr(AQ) = trn(AQ") + trn(A(P —10)),

and since Il — P € 63(9), trn(AQ’) = trp(AQ’) [HLS05a, Lemma 1]. Finally, trp(AQ’) =
tr(|A|((Q)TT = (Q')~7) = 0, so that Q" = 0, hence Q = P —1II, is a minimizer and the proof of
the uniqueness is the same as the finite-dimensional lemma. O

B Hartree-Fock states

B.1 Definitions

We here precise the definition of a Hartree-Fock state. We do not state it in the main study
because we saw that every term in the energy could be expressed in terms of the one-particle
density matrix and not in terms of the proper underlying Hartree-Fock state. We choose the
same definition as in [BLS94].

Recall that a generalized state € is defined as a linear form on B($), the set of all bounded
operators on the Hilbert space $ of the system, satisfying Q(Id) = 1 and Q(A4*A) > 0 for all
A € B($). Recall also that in our context, §) is the Fock space built on $5

oo N
H=F($r)=Ca P /\ 9a

N=1 1

We have defined in definition 2.4 the creation and annihilation operators 1/;270 and v ,. Notice
that we have skipped the L in the notation for these sake of readability.

Definition B.1. A state Q is said to be quasi-free if for any operators ey, ...,ean which are
either a 1y , or a1y ., then Q(erez...ean—1) =0 and

Qerez...eon) = > (1) MQ(er)en() - - Uenn-1)€x2n), (B.1)

7r€§27\r

where Sy is the set of permutations of {1,...,2N} which verify 7(1) < m(3) < --- < 7(2N — 1)
and m(2j) < 7(25 — 1) for all 1 < j < N, and () is the parity of the permutation 7.

Remark B.1. The relation (B.1) justifies the equality (2.25) used to derive the QED energy.

We now define define the number operator N on the Fock space by
N = Z ¢Z,U¢k,0'
k,o

Definition B.2. A state Q2 is a generalized Hartree-Fock state if it is quasi-free and has a finite
number of particles QN).

Remark B.2. Actually one could define Hartree-Fock states with a finite charge instead of
number of particles in a Fock space built upon a reference P° as in [CI89, Tha92], so that in
terms of the one-body density matriz vy, it means that tr(y™T —~~7) < co. This is exactly saying
that v is P%-trace class.
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B.2 Equivalence between the 1 (r) and the v, , representations

We reindex the families (ex,r) and (v ,) defined in section 2.2.1 as (e;)icr and (9;)icr. We
then have

P@) = e@);, = | pla)e(r)de.
iel Tr
We want to prove that the relations

QY 931) = Uptp ;) Uepytpy) — Qapitpy ) 90,) + Qpitp )b yaby,),

for all , 4, k,l and

+ Qe () (1)) 2P (y)(2)),

for all x,y, z,t, are equivalent. But is obvious since we have the relations

Q@) (Y)Y()P(1) = Y eil@)e;(y)er(=)ent) A3 94)),

ijkl

and

Qe opthy) = / / / / @) W) er a2 (@) (y)w(2)(t)) dedydzdt.

Hence, the (1,); representation and the (¢(z)), representation are equivalent.
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