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Abstract

We provide upper and lower bounds on the lowest free energy of a classical system at given
one-particle density p (x). We study both the canonical and grand-canonical cases, assuming
the particles interact with a pair potential which decays fast enough at infinity.

Keywords Classical density functional theory - Optimal transport - Representability -
Upper and lower energy bounds - Statistical mechanics - Mathematical physics

1 Introduction

Density functional theory (DFT) is a powerful tool used in quantum physics and chemistry
to model quantum electrons in atoms, molecules and solids [8, 27, 30, 65, 67, 73]. However,
DFT is based on a rather general mathematical scheme and it can be applied to many other
situations. This work is devoted to the rigorous study of classical DFT, which is used for
finite or infinite systems of interacting classical particles.

Classical DFT is widely employed in materials science, biophysics, chemical engineering
and civil engineering [109]. It has a much lower computational cost than the more precise
molecular dynamics simulations, which are limited to small systems and short times [38, 56,
89]. Classical DFT is typically used at interfaces between liquid—gas, liquid-liquid (in fluid
mixtures), crystal-liquid and crystal-gas phases at bulk coexistence. The density is then non
constant in space and varies in the interfacial region between the two phases.
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The physical theory of inhomogenous fluids goes essentially back to the 60s [19, 20, 58,
72, 100]. Functional methods and their applications to the theory of the structure of bulk fluids
were described in [75, 99]. The realization that methods developed in the quantum case by
Hohenberg—Kohn—Sham [46, 55] could be transferred to classical fluids arose in the middle
of the 70s, in particular in the works of Ebner—Saam [28, 29, 95] and Yang et al. [110]. Several
authors then developed approximate free-energy functionals to calculate the density profile
and surface tension of the liquid—gas interface. The square-gradient approximation could
later be derived rather systematically, following the important works of Hohenberg—Kohn—
Sham on the gradient expansion of the uniform (quantum) electron gas. Deriving efficient
functionals for the solid—liquid transition was harder and took longer [45, 85, 86]. Well-
known references on classical DFT are the two reviews by Evans [31, 32]. Other important
physical references on the subject include [1, 2, 33, 43, 44, 69, 84, 97].

Rigorous works on classical DFT are rather scarse. Most of the mathematical works are
about proving that one can find an external potential V whose interacting equilibrium Gibbs
measure has any desired given density p. This is called the inverse or dual problem and
justifies the use of density functional methods. In quantum DFT, V is called the Kohn—Sham
potential and its existence is unclear in most situations. However, in the classical case, V is
usually well defined.

The grand-canonical 1D hard-core gas was solved exactly in a celebrated work by Percus
[76], who provided an exact expression of the external potential V. This was used and
extended in later works [77-79, 106]. In two famous works [10, 11], Chayes, Chayes and
Lieb proved in a quite general setting (in particular any space dimension d) the existence and
uniqueness of the dual potential V at any positive temperature 7 > 0. At T = 0, the canonical
model can be reformulated as a multi-marginal optimal transport problem [17, 18, 23, 74,
96], where V is usually called the Kantorovich potential. Its existence and properties are
known in many cases [5, 22, 49] but uniqueness usually does not hold. The grand-canonical
case was studied in the recent article [24]. Most of these works are based on compactness
arguments and do not furnish any quantitative information on the shape of the potential V
in terms of the given density p. In the recent paper [47], a novel Banach inversion theorem
was used to provide an explicit formula for V in terms of p in the form of a convergent
series, under the assumption that p is small in L°°(R?). This is the equivalent of the Virial
expansion for uniform systems.!

In this work and the companion paper [48] we do not discuss the dual potential V and
instead focus on more quantitative properties of the model depending on the shape of the
density p. The case of the three dimensional Coulomb interaction w(x) = |x|~! or, more
generally long range Riesz interactions |x|~* with s < d has been the object of several recent
works [61, 65]. Here we always assume that the interaction potential w decays fast enough
at infinity and do not discuss more complicated long range potentials such as Coulomb.

Our main goal in this paper is to show universal local bounds on the free energy Fr[p]
at given density p € L'(R?). By local we mean that we only use terms in the form

/ p(x)P dx, / p(x)?log p(x)dx.
R4 R4

The admissible values of p and g will depend on the temperature 7 as well as on the
singularity of the interaction potential w at the origin, that is, how strong the particles repel

! Recall that one can express the constant density p of an infinite gas as a convergent series in terms of the
activity z = ePl, in the regime z < 1 [94]. This corresponds to placing the system in the constant external
potential V(x) = —pu. Since p ~,_,( z, the series is invertible and any small uniform density is therefore
representable by such a uniform potential, with 1 ~ ¢ B! log p.
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each other when they get close. Such universal bounds are important in DFT. They can help
to find the natural form of approximate functionals to be used for practical computations.” In
addition, these bounds will be useful in our next work [48] where we study the local density
approximation.

Deriving simple lower bounds is usually easy, under reasonable stability assumptions on
the interaction potential w. Obtaining upper bounds can be much more difficult. They require
constructing a good trial state, but the constraint that the density is given and must be exactly
reproduced can generate important mathematical complications.

The simplest trial state is obtained by taking i.i.d. particles, that is, a factorized N-particle
probability (o/N)®N where N = fRd o € N. Doing so provides an upper bound on the
free energy in terms of mean-field theory, often called in this context the Kirkwood-Monroe
functional [54]:

1
> // wx — P dx dy + T/ p(x) log p(x) dx. 0
R xR4 R4

This only makes sense when the pair interaction potential w is locally integrable. If w
is globally integrable, one can use Young’s inequality and estimate the first integral by the
local energy ([pa W4/2) [pa p(x)*dx, where w,:=max(w, 0) denotes the positive part.
The simplest models of classical DFT use (1) as a basis.

In classical statistical mechanics, it is often convenient to consider potentials w diverging
fast enough at the origin, which helps to stabilize the system [25, 26, 39, 83, 87, 94]. This
divergence implies that the particles can never get too close to each other, and this requires
that the trial state contains rather strong correlations. A factorized state is not appropriate
and (1) is infinite. The simplest singular interaction is of course the hard-core potential
w(x) = (+o00)1(|x| < rp), which is simply infinite over a ball and vanishes outside.

In this paper we provide two different constructions of a correlated trial state, which give
reasonable upper bounds on the classical free energy at given density, for singular interaction
potentials at the origin. Our first method uses some ideas from harmonic analysis in the
form of a Besicovitch-type covering lemma [21]. We cover space with cubes whose size is
adapted to the local value of the density, and put essentially one particle per cube, with the
constraint that the cubes are far enough from each other. This method works very well in
the grand-canonical setting where the number of particles is allowed to fluctuate. In order to
handle the canonical ensemble, a different construction is needed. We instead use techniques
from optimal transport theory developed in [14], which give a rather good bound at zero
temperature, T = 0. For T > 0 we couple this to the Besicovitch-type covering lemma and
obtain an upper bound which is not as good as the grand-canonical one.

In [48] we will study the behavior of Fr[p] in some particular regimes and the upper
universal bounds derived here will be useful. Namely we will consider the thermodynamic
limit where p is essentially constant over a large domain as well as the local density approx-
imation when p varies slowly over big regions. Such regimes have been recently considered
for the three dimensional Coulomb potential w(x) = |x|_1 in [63, 66], for more general
Riesz potentials in [15, 16] and for a special class of positive-type interactions in [71]. The
methods used in these works all rely on the assumption that the potential is positive-definite,
and new ideas are necessary in the general (short-range) case.

2 Asan example, in the quantum case the Lieb-Oxford inequality [68] was used to calibrate some famous
functionals such as PBE and SCAN [59, 80-82, 101-104].

@ Springer



73 Page4of47 M. Jex et al.

2 Main Results
2.1 Free Energies at Given Density

This subsection is mainly devoted to precisely introducing models and notation used in the
paper. Our main results are stated in the next subsections.

2.1.1 The Interaction Potential w

For convenience, we work in R with a general dimension d > 1. The physical cases of
interest are of course d € {1, 2, 3} but the proofs are the same for all d, except sometimes
for d = 1. We consider systems of indistinguishable classical particles interacting through a
short-range pair potential w. Throughout the paper, we work with an interaction satisfying
the following properties.

Assumption 1 (on the short-range potential w) Let w : R? — R U {400} be an even lower
semi-continuous function satisfying the following properties, for some constant ¥ > 0:

(1) w is stable, that is,

> wxj —x) = —«N, @)
1<j<k<N
forall N e Nand xq, ..., xy € RY;
(2) w is upper regular, that is, there exist rp > 0,0 < o < oo and s > d such that
() < (1<|| )(r°>a+ ! ) 3)
w(x K x| <r — .
= C\Ikl) TP

The lower semi-continuity of w will be used later to ensure that the energy is lower
semi-continuous as a function of the one-particle density (see Remark 3 below). In statistical
mechanics, the stability condition (2) is used to ensure the existence of the thermodynamic
limit [94]. On the other hand, upper bounds of the form (3) are sometimes used to get more
information on the equilibrium states [93]. At infinity, we assume that our potential w is
bounded above by |x|~*, which is integrable since s > d. It could of course decay faster. On
the other hand, the parameter o determines the allowed repulsive strength of the interaction
at the origin. If « = 0, then w is everywhere bounded from above, and if 0 < @ < d, then
w has at most an integrable singularity at the origin. In particular, the positive part w is
integrable over the whole of R¥ (since we are interested in upper bounds, the negative part
w_ will not play a role in this paper). In the case where o > d, w can have a non-integrable
singularity at the origin. If @ = oo, then w can have a hard-core. Our convention is that
(ro/1x)* = (+o0)1(Jx| < rg) for @ = +00. When o < oo we can always assume that
ro = 1, possibly after increasing .

Most short range potentials of physical interest are covered by Assumption 1, including
for instance the simple hard-core and the Lennard—Jones potential w(x) = al|x|~ 12_p|x|~O.

2.1.2 The Canonical Free Energy

In this subsection we define the canonical free energy Fr[p] at given density p.

@ Springer
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Suppose that we have N particles in R?, distributed according to some Borel probability
measure P on R?V. Since the particles are indistinguishable, we demand that the measure P
is symmetric, that is,

P(Aa(l) X -+ X AU(N)) :P(Al X oo X AN):

for any permutation o of {1, ..., N}, and any Borel sets Ay, ..., Ay C RY. The one-body
density of such a symmetric probability P equals N times the first marginal of P, that is,

pop =N dP(-, x2, ..., xn),
RAN-1)

where the integration is over x7, ..., xy. Equivalently, pp(A) = NP(A x (RH)N=1) for
every Borel set A. Note the normalization convention pp(R?) = N. For a non-symmetric
probability P we define pp as the sum of the N marginals.

Notice that any positive measure p on R? with p(R?) = N € N arises from at least one
N-particle probability measure P. One can take for instance P = (p/N)® for independent
and identically distributed particles.

The pairwise average interaction energy of the particles is given by

L{N(]P)szdN Z w(x; —xp) dP(xq, ..., XN).

1<j<k<N

It could in principle be equal to +oo, but it always satisfies Uy (P) > —« N due to the
stability condition on w in Assumption 1. When considering systems at positive temperature
T > 0, it is necessary to also take the entropy of the system into account. It is given by

Sy(P):=— /R PO log (N!P(x)) dx. 4)

If P is not absolutely continuous with respect to the Lebesgue measure on R?Y | we use
the convention that Sy (P) = —oo. The factor N! appears because the particles are indistin-
guishable. In fact, we should think that N'! P defines a probability measure over (R))Y /Gy
where Gy is the permutation group. We need to make sure that Sy (P) < 400, which follows
if we assume for instance that pp is absolutely continuous with f]Rd pop|log pp| < oo. This
is due to the well-known inequality (see, e.g., [24, Lemma 6.1])

Sn(P) = —/Rd pp(x) log pp(x) dx + N. (&)

The latter follows immediately from writing the relative entropy of P with respect to
(p/N)®VN, which is non-negative, and using (N /e)¥ < N!.
The total free energy of the system in the state [P at temperature 7 > 0 equals

FrP):=UyP) — TSyP) = / Z w(x; — x) dP(x) + T/ Plog(N!P). (6)
RAN o RAN

It can be equal to 400 but never to —oo due to the stability of w and thanks to the
inequality (5) if T > 0 and fRd pp|log pp| < oo.

Throughout the paper, we will only consider systems with a given one-body density p,
which is absolutely continuous with respect to the Lebesgue measure. At T > 0 we also
assume that fRd pllog p| < oo. This allows us to consider the minimal energy of N-particle
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classical systems with density p, given by

Frlpl:= inf Fr(P)|, @)
pp=p

where the infimum is taken over N-particle states P on R?N with one-particle density pp
equal to p. At T = 0, the entropy term disappears and we obtain

Folpli= inf / Y wl = x) dP@). ®)

1<j<k<N

This is a multi-marginal optimal transport problem with symmetric cost Y <k WXj —xg)
and with all the marginals of Pequal to p /N [17, 18,23, 74, 96]. From the stability assumption
on w and (5), we have

Frlpl = —(c + T)N +T /Rd p(x)log p(x) dx. ©)

One of our goals will be to find simple conditions ensuring that Fr[p] < co. Before we
turn to this question, we first introduce the grand-canonical problem.

Remark 2 (Symmetry) In the definition (7) we can freely remove the constraint that P is
symmetric. Since the interaction is a symmetric function and the entropy Sy is concave,
the minimum is the same as for symmetric P’s. Recall that for a non-symmetric P, pp is by
definition the sum of the N marginals.

Remark 3 (Lower Semi-continuity) The function p — Fr[p] is lower semi-continuous for
the strong topology. That is, we have

Frlp] < liminf Frlp,] if / lon — pl — OandT/pnllogpnl <C. (10)
n—o0

At T > 0 this is valid under the sole condition that w is measurable (since the limiting
probability P is necessary absolutely continuous) but at 7 = 0, this uses the lower semi-
continuity of w. The details of the argument are provided later in the proof of Theorem 29,
for the convenience of the reader.

Remark 4 (Convexity and duality) Using the concavity of the entropy Sy, one can verify that
p — Fr[p]is convex. This can be used to derive the dual formulation of Fr[p] in terms of
external potentials

FT[p]=T/ plogp+sup{—/ p(0)V (x)dx
R4 v R4

N
1 1 ~
—Tlog/RdNexp -7 E w(xj—xk)—?g Vi(xj) dp®N}, (11)

1<j<k<N j=1

see [11]. Our notation V is because the final physical dual potential is, rather, Vi=V-T log p.
The existence of a maximizer V realizing the above supremum is proved in [11]. It is the
unique potential (up to an additive constant) so that the corresponding Gibbs state has density
p, that is,

N
1 1 1 ~
_ _ ) R PR:TY
PP =P, ]P’—ZeXp(—T E w(x; — xk) TE V(X,))ﬂ ,

1<j<k<N j=1
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with Z a normalization constant. At 7 = 0, we have the similar formula

Folp] = sup {EN[V] - /Rd p(X)V(x)dx},

Vv

where

N
ExlVl= inf D wl—x)+ Y V)t

1<j<k=N j=1

is the ground state energy in the potential V' [49]. Although there usually exist dual potentials
at T = 0, those are often not unique.

2.1.3 The Grand-Canonical Free Energy

In the grand-canonical picture, where the exact particle number of the system is not fixed, a
state P is a family of symmetric n-particle positive measures P, on (R¢)", so that

Y Pu(®D") = 1.
n>0

Here Py is just a number, interpreted as the probability that there is no particle at all in
the system. After replacing P, by P, /P, (R%"), we can equivalently think that P is a convex
combination of canonical states. The entropy of IP is defined by

SP):=) " Su(B,) = —Polog(Po) — ) /R Py log(n! ), (12)

n>0 n>1

and the single particle density of the state IP is

PP:ZPP" :Zn dP, (-, x2, ..., Xp).

n>1 n=1 YR
The grand-canonical free energy of the state IP at temperature 7 > 0 is
Gr(P):=UP) - TS(P), 13)
where U (IP) denotes the interaction energy in the state [P,

UP):=D Uy (Py) =) /Rdn > w(xj = xx) dPy(x1, .. ). (14)

n>2 n>2 j<k
From the stability of w we have
Uy (Py) = —in B (R,
so that, after summing over n,

UP) = —K/ pp(x)dx.
Rd

By [24, Lemma 6.1] we have the universal entropy bound

SP) = —/ pp(log pp — 1). 15)
R4
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This is because the entropy at fixed density p is maximized by the grand-canonical Poisson

state
— Jpa P
e
Qi=< P p%" , (16)
’ n>0

whose entropy is the right side of (15).
When keeping the one-particle density p = pp € L' (R?) fixed, we denote the minimal
grand-canonical free energy by

Grlpl:= inf Gr(P). (17)
PP=p

Using (15), we obtain

GT[/O]Z—(K+T)/ /0+T/ plogp, (18)
R4 R4
where « is the stability constant of w in Assumption 1.

Remark5 (Comparing Fr and Gr) Since a canonical trial state is automatically also
admissible for the grand-canonical minimisation problem (17), we have the bound

Grlp] < Frlpl,

for any density 0 < p € L'(R?) with integer mass. Hence, any universal lower energy bound
for the grand-canonical ensemble is also a lower bound for the canonical ensemble. A natural
question to ask is under which condition we have Fr[p] = Gr[p] for a density p of integer
mass. In general this is a difficult problem. See [24] for results and comments in this direction
atT = 0.

If fpap=N+twitht € (0,1)and N € N, we can write p = (1 — 1) 57 p + 1551 p
and obtain after using the concavity of the entropy

N N+1
Grlpl = (1 —1) Fr |:N7_H,0:|+IFT |:N—|—t'0j|' (19)

This can be used to deduce an upper bound on Gr[p], once an upper bound has been
established in the canonical case. We will see, however, that it is usually much easier to
directly prove upper bounds on Gr[p] than on Fr[p].

Remark 6 (Weak lower semi-continuity) The functional p — G7[p] is weakly lower semi-
continuous and, in fact, a kind of lower continuous envelope of Fr[p] (see [24, 65]). At
T = 0 this uses the lower semi-continuity of w.

Remark 7 (Duality IT) Like in the canonical case, we have the dual formulation

GT[p]ZT/ PlOgP-l-sup{—/ PV (x) dx
RY 7 R

ZAdnexp<—% Z w(xj—xk)—;;V(xj)>dp®Ni|}’

n>0 1<j<k=<n

—Tlog[

(20)

see [10, 11] and the more recent work [24, Sects. 4, 6].
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2.2 Representability

Next we turn to the problem of representability. Namely, we are asking what kind of densities
p can arise from N -particle probabilities with finite free energy. This depends on the shape of
the interaction potential w. We only address this question for p € L!(R?) and do not look at
general measures. The main result is that all densities are representable at zero temperature
in the non-hard-core case (@ < 00). At positive temperature, it is sufficient to assume in
addition that [ p|log p| < oo.

Theorem 8 (Representability in the canonical case) Let p € L! (Rd) with fRd p(x)dx € N.
There exists a symmetric probability measure P on (RY)N of density p so that |x =Xkl =
8 > 0 P—almost everywhere, for some § > 0.

If w satisfies Assumption 1 without hard-core (¢ < 00), we obtain Fy[p] < oo. If
furthermore fRd pllog p| < oo, then P can be assumed to have finite entropy and Fr[p] < oo
forany T > 0.

The theorem follows from results in optimal transport theory and we quickly outline the
proof here for the convenience of the reader. In this paper we will prove much more. We will
in fact need some of these tools and more details will thus be provided later in the paper.

Proof If [p. p = 1, we must take P = p and end up with Fr[p] =T [ plog p. In the rest
of the proof we assume that f]Rf’ p =2

For p € L'(RY), the existence of P is proved in [14, Theorem 4.3]. The number § must
be so that f B(x.5) P < 1 forany x € R?, where B(x, R) denotes the ball centered at x and of

radius R. Such a § > 0 always exists when p € LY (R?). See Sect. 5.1 below for more details
on the results from [14].

Next we prove that Fo(P) < oo. Since @ < oo (no hard-core), we can assume rg = 1.
We then have w(x) < Cs|x| ™ for all |x| > 8, with the constant Cs = k(1 4+ §*~%), due to
Assumption 1. Hence, on the support of P we have

1 N Cg N-—1 1
Y wlymw) =53 el xS N max 3
1<j<k<N J=1k#j |yjly,]za j=t

The maximum is bounded by C5~* independently of N due to [61, Lemma 9]. Integrating
with respect to P we have proved that Fo(P) < Cs6~° N. This bound is not very explicit but
it only depends on § and N. Of course, § itself depends on p in a rather indirect way.

The probability measure P obtained by the optimal transport method of [14] is probably
a singular measure, hence with an infinite entropy. In [9], it is explained how to regularize
any given IP using a method called the Block approximation. This method works well for a
compactly supported density, for which it easily implies Fr[p] < oco. We quickly describe
the method here and refer to Sect. 5.3 below for details. In short, we split the space into small
cubes {C;} of size proportional to § and introduce the trial probability measure

/O]lcjl ®"'®p]lcm
.[le p.‘.ijN’O

P= Y P xxCjy)

That is, we take a convex combination of independent particles over small cubes with
probability P(C;, x --- x Cj,). Choosing the cubes small enough, we can ensure that
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73 Page 10 of 47 M. Jex et al.

|xj — x| = 6/2 on the support of P and fc, p < 1. A computation gives pp = pp = p. The
entropy can be estimated by

Plog(N! P log p — 1 ,
[ Fuso= [ s ([ o) [ 1

(see Lemma 26 below). Estimating the last sum is not an easy task for a general density. For
a compactly supported density we can simply bound it by 1/e times the numbers of cubes
intersecting the support of p. Since the energy of P is finite by the previous argument, we
deduce that Fr[p] < oo for any p of compact support.

It thus remains to explain how to prove that Fr[p] is finite for a density p of unbounded
support. The idea is of course to truncate it. We choose two radii Ry < R; so that

1
f p= / P = 3
RI\Bg, Bgy\Bg,

(using here f,o > 2) and we define for shortness pl::pILBRI, IOZ:ZIOILBRZ\BR] and
,03:=,0]lR,1\BR2. We can write

_pit2m +p1+2,03
2 2 ’

where [pa(p1 +202) = [pa(p1 + 2p3) = N. From the convexity of Fr we obtain

1 1
Frlpe] < EFT[pl +202]+ EFT[PI +2p3].

The firstdensity p1 42 p2 has compact support hence has a finite energy, as explained above.
For the second density p; + 2p3 we use an uncorrelated trial state in the form P; ®; (2p3)
where P; is also constructed as before, but with p replaced by p; which has mass N — 1.
Here ®; means the symmetric tensor product. A calculation shows that

Frlp1 +2p3] < Fr(P1 ®; (203))
=@ +2 [[ | wi = o drdy
+2T / p3log(2p3)
<FE)+N -1 sup  |we)l+ 2T/ plog(2p).
[x|=R2—Ry R4\ Bg,

Thus the finiteness for densities of compact support implies the same for all densities. In
fact, after optimizing over [P} we have proved the bound

< Frlp1 +2p2] + Frlp1]
- 2

Fr{p]
N—1
+—— sup |w)[+T plog(2p).
2 KIzR—R RY\Bg,

This concludes the proof of Theorem 8. O

We have not considered here the hard-core potential, to which we will come back later in
Sect. 2.4. Representability is much more delicate in this case. From the inequality (19), we
immediately obtain the following.
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Corollary 9 (Representability in the grand-canonical case) Let p € L'(RY). Then we have
Golp] < oo if w has no hard-core (« < 00). If furthermore fRd pllogp| < oo, then
Grlp]l <ooforall T > 0.

2.3 Local Upper Bounds

Recall that we already have rather simple lower bounds in (9) and (18). The proof of Theorem 8
furnishes an upper bound on Fr[p] but it depends on the smallest distance 6 between the
particles in the system, which is itself a highly nonlinear and nonlocal function of p. For non
compactly-supported densities, the proof also involves the two radii Ry, R, which depend
on p as well.

Our goal here is to provide simple local upper bounds involving only integrals of the
given density p. We start in the next subsection by recalling the simple integrable case at the
origin @ < d, for which we can just choose i.i.d. particles. The case « > d is much more
complicated since particles cannot be allowed to get too close.

2.3.1 Upper Bound in the Weakly Repulsive Case a < d

In the case where w4 is integrable at the origin, it is easy to provide a simple upper bound.

Theorem 10 (Weakly repulsive case o < d) Ler w satisfy Assumption 1 with « < d. Let
0 < p e LYRY N L2(RY) with integer mass f,o € N. Let also T > 0 and assume that
f]Rd pllog p| < 00 if T > 0. Then we have

1
Frlp]l < 3 // wx —y)p(x)p(y)dxdy + T/ plogp
R4 xR Rd

st p2+Tf plogp. 1)
2 ]Rd Rd

In the grand-canonical case we have the exact same bound on Gr[p), this time without
any constraint on fRd p and with p log p replaced by p(log p — 1) in the last integral.

As we have mentioned in the introduction, the functional appearing on the right side of
the first line of (21) is the so-called Kirkwood—Monroe free energy [54], which is the simplest
approximation of Fr[p]. It only makes sense for a locally integrable potential w. In addition
to being an exact upper bound, the Kirkwood—Monroe free energy also provides the exact
behavior of Fr[p] in some regimes. This was studied in many works, including for instance
[4, 36, 37, 41, 57] for the infinite gas at high density and [3, 6, 7, 50, 51, 53, 70, 90, 98] for
trapped systems in the mean-field limit.

Proof We denote N = f]Rd o and simply take as a trial state the pure tensor product
P:=(p/N)®" . The interaction energy satisfies

N(N -1 N
Uy P = %v/RdN w(x; — x2) (%)(8 (x)dxy -+ dxy

1—1/N
= — w(x1 — x2)p(x1)p(x2) dxy dxo
2 RY xRY
< lw 1l / o2 22)
2 Ra’
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From the stability condition on w, we know that for any > 0 with [ =1,

K(K —1
U %) = KE-D 5 )// wx — Y)n)n(y)dxdy > —«K.
R xR4

Letting K — oo, we find

// w(x — y)n)n(y)dxdy >0, Vn=>0.
RdX]Rd

This is how the stability is expressed in mean-field theory [62]. Since the double integral
in (22) is non-negative, we can remove the 1/N for an upper bound. The entropy can itself

be estimated by
o QN ) ®N
—Sy(P) = (7) 1 !(—
S () /RM N °g<N N)

N!
=1 — 1 < 1 ,
Og(NN>+/de ogp = /de og p

showing that (21) holds. In the grand-canonical case we use instead the Poisson state in (16)
and exactly obtain the mean-field energy on the right side of (21) with p log p replaced by
p(log p — 1) in the last integral. O

2.3.2 Upper Bounds in the Strongly Repulsive Case @ > d

When « > d the right side of (21) is infinite due to the non-integrability of w at the origin. We
cannot use a simple uncorrelated probability [P as a trial state and it is necessary to correlate
the particles in such a way that they never get too close to each other. The difficulty is to
do this at fixed density, with a reasonable energy cost. Also, we expect the typical distance
between the particles to depend on the local value of p. If we imagine that there are p(x)
particles per unit volume in a neighborhood of a point x, then the distance should essentially
be proportional to p (x) /. We thus expect a bound in terms of p (x)!+%/¢ for large densities.
We can only fully solve this question in the grand-canonical case. In the canonical case we
can only treat 7 = 0 in full. The following is our first main result.

Theorem 11 (Strongly repulsive case a > d) Suppose that the interaction w satisfies
Assumption 1 with d < a < oo. Let T > 0 and assume that for T > 0, we have
Jra pllog p| < 00

o In the grand-canonical ensemble, we have for any 0 < p € L'(R?),

Grlp) scK/ ,02+CT/
Rd

p+Tf plogp
R4 R4

H' fora > d,

(23)
C/cro (R/ P +/ logrop ) fora=d

Here the constant C only depends on the dimension d and the powers «,s from
Assumption 1.
e In the canonical ensemble we have the same estimate on Fr[p] for all T > 0 in dimension
d = 1andon Fy[p]l at T = 0 ford > 2, provided of course that p has an integer mass.
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In the proof we provide an explicit value for the constant C in (23) but we do not display
it here since it is by no means optimal and depends on the cases. The parameters « and rg
can be used to track the origin of the different terms in our bound (23). The integrable part
of the potential gives the p2 term as it did in Theorem 10. The terms involving rg on the
second line are solely due to the divergence of w at the origin. It is important that we get here
the expected and optimal p'+*/¢ due to the singularity. Finally, we have an additional term
involving T p which is an error in the entropy due to our construction. We otherwise get the
optimal T p log p.

In dimension d = 1, the proof of Theorem 11 is relatively easy, both in the canonical and
grand-canonical cases. It is detailed for convenience in Sect. 3. The idea is to split the density
p into successive intervals of mass 1/2 and then write p = (2p0dd + 2Peven)/2 Where podd
is the density restricted to the odd intervals and peven to the even ones. We then take a trial
state of the form (Pogq + Peven)/2, Where Pygq corresponds to placing exactly one particle
per odd interval at density 2p and Peyep is defined similarly. This way we have inserted some
distance between the particles. It depends on the form of p in the opposite set of intervals.
The interaction between the particles can then be easily controlled in terms of p!+t%/4  as we
explain in Sect. 3.

In higher dimensions, there seems to be no general way of splitting R? into disjoints sets
containing a fixed mass of p, so that each set has finitely many neighbors at a given distance
(except perhaps for very special densities [40]). We can however carry over a similar argument
as in the 1D case if we allow a covering with intersections. The Besicovitch covering lemma
[21] allows us to work with cubes Q ; intersecting with finitely many other cubes, such that
f 0P is any given number. We can also distribute the Q ; into a finite (universal) number of
subcollections so that the cubes in each family are disjoint and not too close to each other. For
each collection of disjoint cubes we then use a simple tensor product similar to the 1D case.
The interaction is estimated using that the length of the cubes is related to [’ 0, p'Te/4 leading

toabound involvingonly [ps p!+%/4. This proof was inspired by the presentation in the recent
book [35] of a proof of the Lieb—Thirring and Cwikel-Lieb—Rozenblum inequalities from
[91, 92, 108], thus in a completely different context. The difficulty here is that we have no
information on the number of particles in each subcollection, due to the overlaps. This is the
reason why the proof works well in the grand-canonical setting, but not in the canonical case.
The details are given in Sect.4.

To prove the result in the canonical case at 7 = 0 for d > 2, we use a completely different
method based on optimal transport tools from [14]. As we will explain in Sect. 5, the latter
work can be used to construct a trial state P with pp = p so that the distance between any
two given particles on the support can be related to some average local value of the density
around the particles. This is how we can obtain the bound (23) at 7 = 0 in the canonical
case.

The next natural step is to smear this trial measure IP and use it at 7 > 0 but we could
unfortunately not give an optimal bound on the entropy of the smearing. Our bound relies on
the local radius R(x) of a density p, which is thoroughly studied in Sect.5.1 and is defined
as follows. Let 0 < p € LY (R?) with fRd p(y)dy > 1. For each x € R, we define the local
radius R(x) to be the largest number satisfying

/ p(y)dy = 1. 24
B(x,R(x))

This number is always bounded below for a given p € L'(R?) but behaves like |x| at
infinity. If p has compact support, then R(x) is bounded on the support of p.
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Theorem 12 (Strongly repulsive case o > d II) Suppose that the interaction w satisfies
Assumption 1 with2 <d <a < oo. Let T > 0and 0 < p € LY (R?) of integer mass with
Jra pllog p| < co. Then we have

Fripl < Ck +T) p2+CT/ p+T/ plogp+T/ plog R?
Rd ]Rd Rd Rd

CKVO/ pH'% fora >d,

+
CKrO <R/ 0 +/ logrop )fora:d,

where the constant C only depends on the dimension d and the powers «, s from Assumption 1.

(25)

The main difference compared to (23) is the additional term T f plog RY, which we
conjecture should not be present. It is only affecting the bound in places where R is large on
the support of p, that is, where one cannot find a sufficient amount of mass at a finite distance
of x. Another small difference is the additional term CT f 0> due to our way of estimating
the entropy. The proof is detailed in Sect. 5.4 below.

The upper bounds in Theorems 11 and 12 will be very useful for our next work [48] where
we study Fr[p] and Gr[p] for extended systems. The sub-optimal upper bound (25) in the
canonical case will be sufficient in this context.

Remark 13 (Lower bounds) Even when w really behaves like x|~ at the origin (for instance
satisfies w(x) > c|x|~* for some ¢ > 0), a lower bound in the form (23) cannot hold in
general. This is because the density can be large in regions where there is only one particle at
a time, which does not create any divergence in the interaction. As an example, consider N
points X1, ..., Xy € R? and place around each point one particle in the state y,:=|B;| -7 B,
with r small enough. The corresponding state is the (symmetrization of the) tensor product
P, = ®5§/:1 xr (- — X ;). Assuming that w is continuous, its interaction energy behaves as

li — R
lim 24y (P,) Z w(X; — Xp),
1<j<k<N

hence stays finite, whereas the entropy equals
Sn(Fr) = —Ner log x = N log(|B1|r) —> —o0.

On the other hand, the right side of (23) diverges much faster, like Nr~%. This proves that
a lower bound of the form (23) cannot hold for all possible densities.

Nevertheless, it is expected that the term [ p!*%/? should appear when there are many
particles in a small domain and is thus optimal in such situations. For instance, assuming
w > c|x|~* for |x| < rg and taking p = N|B,0/2|_1]lgr0/2 (N particles at uniform density
in the small ball), we see that

. c
Frlp] = min Z [P + T'log(N/|Byy2l) = TN.
J

The first minimum is known to behave like N1t¢/ dr(; % in the limit N — oo [61,
Lemma 1], which is exactly proportional to f p'T%/4 Thus in this case, the lower bound
holds and the power 1 + «/d is optimal.
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2.4 The Hard-Core Case

We conclude this section with a discussion of the hard-core case, which is notoriously more
difficult [11, Sect. 9]. We start with the question of representability of a given density and
then turn to some upper bounds on the free energy.

2.4.1 Representability

Letrg > 0be apositive number and consider the hard-core potential w,, (x) = (+00)L(|x| <
rp). Then we have for any N-particle probability measure P

0 if [x; — xi| = roVj # k, P — almost surely,
400 otherwise.

Uy (P) = {

The set of P’s such that Uy (P) = 0 is convex and its extreme points are the symmetric
tensor products of Dirac deltas located at distance > rp from each other. It follows that the
convex set of w,,—representable densities is the convex hull of the densities in the form

N
p=2 by, minlx;—xi zro. (26)
j=1

There is a similar result in the grand-canonical case. In spite of this simple characterization,
it seems very hard, in general, to determine whether a given density belongs to this convex
set or not.

In dimension d = 1, the problem can be solved exactly. Any extreme point (26) satisfies

p(lx,x+rp) <1, VxeR, (27)

since there is always at most one Dirac delta in any interval of length ro. This property
pertains on the whole convex hull of w,,—representable densities. Conversely, any positive
measure p with p(R) = N satisfying (27) can be written as a convex combination of Dirac
deltas at distance > rg. To see this, assume for simplicity p € LY(R) and define as in [13]
the non-decreasing function ¢ + x(¢) on (0, N) so that

x(t)
/ p(s)ds =1, vVt € (0, N).

—00

To avoid any ambiguity when the support of p is not connected, we can choose x(¢) to
be the largest possible real number satisfying the above condition. The function # +— x(¢)
is differentiable, except possibly on a countable set, with x'(¢) = p(x(@®)~!. When p > 0
almost surely, we have lim;_, g+ x(t) = —oo and lim,_, y- x(¢#) = 400. From the definition
of x(t) we have

N
p = / 8x(t) dr. (28)
0

Indeed, if we integrate the right side against some continuous function f we find

fON fx@)dr = [p f(s)p(s)ds after changing variable s = x(t). Now we can also
rewrite (28) as

1 N—1

o= [ X o (29)
0 k=0
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By definition of x(¢) we have

x(t4+k+1)

/ p(s)ds =1, Vk=0,..,N—-2, Vte(,1l),
x(t+k)

and therefore |x(t +k+ 1) —x(t +k)| > ro when the condition (27) is satisfied. Hence (29) is

the sought-after convex combination of delta’s located at distance > rg. The corresponding

N -particle probability is

1
P11, [ 80 ® b @+ @B dt (30)
where
1
(@@ f) =7 D fo)® @ fow, 31)
UEGN

is the symmetrization operator. At positive temperature, the previous state can be regular-
ized using the block approximation described in the proof of Theorem 8, provided that
fR pllog p| < oo and (27) holds with a strict inequality.

In dimensions d > 2, the situation is much less clear. The condition (27) can be re-
expressed in the form

R,:=min R(x) > %0 : (32)

xeRd

where R(x) is the radius previously defined in (24). This can also be written in the form

/ p<1, VxeR?
B(x,ro/2)

This is definitely a necessary condition for a density to be w,,—representable, in dimen-
sion d > 1. Otherwise we would be able to find an x € R? and an R < rg /2 such that
/, B(.k) P > 1.But then the probability that there are at least two particles in the ball B(x, R)
cannot vanish for any PP of density p and those are at distance < ro. This was already
mentioned in [11, Sect. 9].

For d > 2 the condition (32) is definitely not sufficient for a density to be representable.
A counter example arises naturally within the sphere packing problem. Recall that the d-
dimensional sphere packing density

max{N Ixi, ..., xny € Q¢, [x; —xx| =1}
[S2¢]

gives the maximal number of points per unit volume one can put while ensuring that they are
at distance > 1 to each other. Here 2 is any fixed smooth domain and 2, = ¢€2. The packing
density equals p.(1) = 1 in dimension d = 1 and is otherwise only known in dimensions
d € {2, 3, 8, 24}, for which it is given by some special lattices [12, 107]. The sphere packing
fraction is defined by

pe(d):= zlin;o ) (33)

ve(d):=pe(d)| Bija| =27 pc(d)|Bi |,

and represents the fraction of the volume occupied by the balls. This is simply v.(1) = 1 in
dimension d = 1 but is strictly less than 1 for d > 2. Some volume has to be left unoccupied
due to the impossibility to fill space with disjoint balls of fixed radius. It has been shown
that v.(d) tends to 0 exponentially fast in the limit d — oo but its exact behavior is still
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unknown [105]. Let us now consider a constant density p(x) = polg, (x) over alarge domain
Q¢ = £ (for instance a ball). Then we have R(x) = (oo|B1])~'/“ well inside Q¢, whereas
R(x) > (po|B1)~'/4 close to the boundary. This shows that for this density

1
rg? pe(d) ) !

. 11
Ry = i} R(x) = (polB1])"7 = 3 ( pove(d)
In particular, the condition (32) is satisfied whenever py < ry d pe(d)/ve(d). On the other
hand, it is clear from the packing problem (rescaled by ro) that when oo > r d pe(d) the
density cannot be representable for £ large enough. Otherwise we would be able to place
N = polS2¢| > ry d pc(d)|S2¢| points in 2, at distance rg, which contradicts the definition
of pc(d). In conclusion, we have found that, in dimensions d > 2, constant densities pol g,
with

rope(d)
v(d)

rope(d) < po < ,
satisfy (32) but cannot be w,,—representable for £ > 1.

As a side remark, we mention that there are representable densities satisfying (32), with
R, as close as we want to 79 /2. We can just take the sum of two Dirac deltas placed at distance
R > r¢ or asmooth approximation of it. This proves that there cannot exist a simple necessary
and sufficient condition of hard core representability involving R, only, in dimensions d > 2.
This is in stark contrast with the one-dimensional case.

There exists, however, a simple sufficient condition in a form that was conjectured in [11,
p- 116]. In [14, Theorem 4.1] (see also Theorem 21 below), it is proved that any density

satisfying
=)

is wy,—representable. The same holds when 7' > 0 if one puts a strict inequality. It would
be interesting to know if such a result is valid for R, > c4ro with ¢4 < 1, depending on the
dimension.

The conclusion of our discussion is that there seems to exist no simple characterization
of hard core representability in dimensions d > 2, involving averages of p over balls. There
are necessary or sufficient conditions but they do not match.

2.4.2 Upper Bounds

Next we discuss upper bounds in the hard core case. Even if we do not completely understand
when a density is hard-core representable, the energy is very easy to bound when it is the
case. Let us assume that w satisfies Assumption 1 with @ = 400 and that p € LY(RY) is w—
representable. For simplicity we also assume that w = 4-00 on B,,. Then, for any optimizer
P, we have |x; — xi| > ro for j # k, P—almost surely. This implies

Z kL(|xj — xx| = ro)

Folpl =Un(P) =< / dP < CkNry”*, (34)
RHN

- s
l<j<k<N lxj = xl

by [61, Lemma 9]. The constant C only depends on s and d. Upper bounds are easy once we
know that the particles cannot get too close.
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Constructing trial states with a good entropy is more difficult. Our proofs of Theorems 11
and 12 work in the hard-core case, but they require additional conditions, of the form

Ry, >rg or / [y
B(x,rp/2)

for a sufficiently small e. We do not state the corresponding results here and rather refer the
reader to Remarks 16, 20, and 28 below. In the rest of this section we quickly discuss the
grand-canonical 1D case which has been studied in a famous paper of Percus [76] and the
situation where p is bounded uniformly.

The 1D Grand-Canonical Percus Formula

The grand-canonical inverse problem was completely solved by Percus in dimension d = 1
in [76] (see also [88]). Under the optimal assumption that R, > ro/2, he proved that the
grand-canonical Gibbs state with external potential

( X x+rg ,O(S')
V(x)=—logp(x)+log|1 —/ p) —/ ——ds
x—rg x 1— fs—r() 1%

and hard-core w;, has the density p. Since the potential V=V+T log p solves the supremum
in the dual formula (20), we obtain

Griol =T [ p@)(logpt) = 1)ds =7 [ () log (1—/ p) ax|  Gs)
x—rg

for the hard core potential w,,. This explicit expression shows us that, in one dimension, the
nonlocality is solely due to the second logarithmic term, which involves the local average
f ;fm p over a window of length r¢. This is further discussed in [88].

For a general potential w satisfying Assumption 1, we only obtain an upper bound and
need to add Ckry* f]R o by (34). We can estimate the logarithm by assuming, for instance,
that ff_ro p<l—gforallx € R.

To our knowledge the canonical problem was never solved in the manner of Percus. It
would be interesting to derive an upper bound on Fr[p] of the same form as the right side
of (35).

Bound for Densities Uniformly Bounded by the Packing Density

In dimensions d > 2 we have no simple criterion of representability, as we have seen. One
simpler situation is when p is everywhere bounded above by the sphere packing density,
which we have defined in (33). Then we can prove it is representable and furnish an explicit
upper bound on its grand-canonical free energy.

Theorem 14 (Hard-core case with packing density bound) Assume that w satisfies Assump-
tion 1 with o« = +oo. Let p.(d) be the sphere packing density in (33) and v.(d) =
274 p.(d)|B1] be the volume fraction. Let p € LR, R.) be such that

p(x) < (1 — &)y pe(d),

for some € € (0, 1). We also assume that fRd pllogp|l < o0 if T > 0. Then

Ck 24
Grlpl <= — | p+T | plogp+Tlog| —— o,
ro JRd R4 & Uc(d) R4
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Fig.1 Sketch of intervals

with a constant C depending only on the dimension d and the power s from Assumption 1.

The idea of the proof is to first construct a trial state for a constant density pp =~ (1 —
e)? Ty 4 pe(d) by using a periodic sphere packing with a large period, uniformly averaged
over translations (often called a “floating crystal” [64]). We then “geometrically localize”
[60] this state to make it have density p. The proof is detailed later in Sect. 6.

3 Proof of Theorem 11 in Dimensiond = 1

We start with the one-dimensional canonical case, for which the argument is relatively easy.
We detail the proof for the convenience of the reader and because this will pave the way for
the more complicated covering methods in higher dimensions. We only consider here the
canonical case. The grand-canonical bound (23) follows using (19), but in the next section
we will provide a direct proof in the grand-canonical case which also works in dimension
d=1.

Theorem 15 (d = 1) Suppose the interaction w satisfies Assumption 1 with 1 < a < oo. Let
T > 0 and assume that fR pllog p| < oo for T > 0. Then for any density 0 < p € L'(R)
with [ p € N, we have

dics )
Fripl < —— | p"+1log@)T | p+T | plogp
s—1Jr R R

23+2a
a—lKrg/'OHa fora > 1,
J’_

(36)
2kro (210g(2)/ p2+/ 0? (logrgp)+) fora =1.
R R

N

Proof Denoting N = fR p, we can split the real numbers R into two families (L) =1

(Lj)i.v:l of disjoint intervals in such a way that the mass of p in each of these intervals is
exactly f L P= 1/2, and such that each L ; has neighboring intervals only among the L%,
and vice versa (see Fig. 1).

This allows us to write
1
p:i ZZ,O]IL]-}—ZZO]IL}% s
J J
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a convex combination of two measures with mass equal to N. As trial states for each of these,
we take the symmetric tensor products

@el) | Q' =1, [ QoL |,
J J

where I denotes the symmetrization operator in (31). Then the state

1 *

has one-body density equal to pp = p. Using that the intervals (L ;) are all disjoint, we have
for instance

—Sn(Q) = / T1 2 @@l ;) log ®(2p1uﬁ<,>>

ceSy J

_y [ 2011, 108001 = [ 2010000,
— g U

i L

and similarly for Q*. By concavity of the entropy, we conclude that
1 1
~SN(®) = — 35w — 35x@) = log2 [ p+ [ plogp.
2 2 R R

To estimate the interaction energy in the state IP, it suffices to provide an estimate for both
Q and Q*. We write here the argument only for Q, since the argument for Q* is exactly the
same. By Assumption 1 and the construction of (Q, we immediately have

@ = [[ w0t = 90wy axay

]l(lx ¥l <o)
<4KZ//RZ< -yl +w2(x_y)>

x p()Lr, (x)p(»)1L;(y)dxdy,

where wo(x) = (1 + |x|*)~! and p(g) is the two-particle correlation function. For the
contribution from the tail of the interaction, we have by Young’s inequality

> / / wa(x = y)p() 1L, () p(M 1, (y) dx dy

l<]

1
= // wa(x — y)p(x)p(y)dxdy
]RZ

||w2||L|/ 2 s / 2
< —_— < .
R el N

From the core of w we get

1(lx — y| < ro) Laczi,Lj)<ro
42//]1%2 PR p) Lz, ()p(MLL;(y)dxdy < 2;7(1(147 L)

i<j

@ Springer



Classical Density Functional Theory: Representability... Page210f47 73

The idea now is to use the intervals (L*) to estimate the sum above. For each i we denote
by n; the minimal length of neighboring intervals,

ni = min{¢} | d(L;, L}) = 0},

where £%:=|L*%| is the interval length, and we re-order the collection (L;) such that n; <
- < ny. Fixing the index i, we now clearly have for j > i,

d(L;, Lj) = nj = n;,

in particular, n; is smaller than the side length of any interval neighboring L ;. Pick x; € L;
and y; € L; suchthatd(L;, L;) = |x; — yj|, and let L} be the neighboring interval of L ;

facing y;, thatis, d(y;, L}) = 0. Defining
Zj:=(yj —ni/2,y; +ni/2) N L,

then |Zj| =n;/2,and n;/2 < |x; —y| < |x; — yj|forall y € Zj, SO we can estimate

LawiLp<r _ 2 L(xj =yl <ro) dy = 2 1yl <ro) 4

d(iLi, Lp* —mi Jz;,  Ixj—yI* T P T
Now summing over j gives

N
)3 Laci,L)<ro - 3/ L(ni/2 <1yl < ro) dy = 4 (/’0 Ldy>
d(L;, L)* — n; Jr [y]* ni \Jni2 I¥1¢ n

j=i+l

21+a 1
1 fora > 1,
o (37)

4 2
— <log (ﬂ)> fora = 1.
ni i +
By Holder’s inequality, we have by construction of the intervals L;
1
< 21+o¢ / 1+a’
Gt .

for any o > 1, so in this case we conclude that

1+ 24a N 3420 N
Z ILd(L;,L_/-)<r0 < AR | < 2 o Z 1 < 2 o 2/ /OH_O[-
oy d(L;, Lj)* 01—177, oc—l L*

IA

The same bound holds for the interaction energy of Q*, but with the intervals L replaced
by L; at the end. This finishes the proof of the & > 1 case in (36).
To finish the « = 1 case, we note that applying Jensen’s inequality on the function

t — 12(log(2A1))4 for A > 0 yields

- (log | = =445 */ p| |log 7/ o 54/ p~(log(240))+-
G\ NG/ ¢ Gl )T s

Hence, continuing from (37), we get
Lacw,,Ly<r 2ro N o 2ro
<8 — |1 —
Z d(Li L) = Z ( ( )); 25 <°g(f;-* >>+
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N
<2 Z/ 0 (log(4r0p))+ -
i=1 /L7

Since the corresponding bound also holds for Q*, this concludes the proof. O

Remark 16 (Hard-core case) In the case where w has a hard-core with range ro > 0, it follows
from the proof above that

4
Fripl < (L +log<2>T) / p+T / plog p, (38)
(s — Dro R R

for any density p € L'(R) satisfying the (sub-optimal) condition [

X

o =< %forallx e R.

4 Proof of Theorem 11 in the Grand-Canonical Case

In the course of our proof we need to cover the support of our density using disjoint cubes
separated by a distance depending on the local value of the density, in order to have a
reasonable control of the interaction. We obtain such a covering by a variant of the Besicovitch
lemma [21], which we first describe in this subsection. It is different from the standard
formulation.

For simplicity we work with a compactly supported density p with [z, p > 1. For every
x € R4, we define £(x) to be the largest number such that

1
dx = ————, 39
/x+z(x)cp (&= 376011 9

where C = (—1/2, 1/2)¢ is the unit cube centered at the origin. It is convenient to work with
cubes instead of balls. It is important that the chosen value of the integral in (39) is universal
and only depends on the space dimension d. This value is motivated by the estimates which
will follow, it could be any fixed number < 1 at this point. The number £(x) always exists
since the full integral is larger than 1. The function x +— £(x) is upper semi-continuous. To
simplify our notation we denote by C(x):=x + £(x)C the cube centered at x of side length
£(x). By Holder’s inequality we get

d

e L ()
= p < L(x)® plte ,
3944 + 1) cw) C)

and thus obtain the estimate

e ss“*d(4d+1)‘+%/ p'*i, WxeR, (40)
X C(x)

on the local length £(x). The standard Besicovitch covering lemma (as stated for instance in

"® With

[21, 35]) implies for compactly supported densities that there exists a set of points x j

l1<k<K <494 1land1 < j < Ji such that

o the cubes (C (x}(k))) 1<k<k’ cover the support of p and each x € R4 is in at most 2¢ such
I=j=JUk
cubes,

e for every , the cubes (C ' ®

f ))lfijk are all disjoint.

@ Springer



Classical Density Functional Theory: Representability... Page230f47 73

We need to obtain different families which satisfy additional properties, namely we require
the cubes to have a safety distance to all the larger cubes within the same family, this distance
being comparable to the side length of the cube in question. The precise statement is the
following.

Lemma 17 (Besicovitch with minimal distance) Let p be a compactly supported density
with fRd p > 1. Then there exists a set of points x](.k) withl <k < K < 3d(4d + 1) and
1 < j < Jx < oo such that
e the cubes (C(x](.k))) I<k<k cover the support of p and each x € R4 is in at most 29 such
1<j<Jk
cubes,

e for every k, the cubes (C(x(

jk)))lgjgjk in the kth collection satisfy

L
a(ce®).c) = L min fed). e,

Proof We start the proof by applying the standard Besicovitch covering lemmarecalled above.
We obtain K collections of disjoint cubes. To impose the minimal distance we separate each
family into 3¢ subfamilies. Specifically, we use that the maximal number of disjoint cubes of
side length > ¢ intersecting a cube of side length 2¢ is at most 3¢. Thus if we look at a given
cube of side length £, only 3¢ — 1 other bigger cubes can be at distance < £/2. By induction
we can thus always distribute all our cubes into 3¢ subfamilies, while ensuring the distance
property for all the bigger cubes. O
Using Lemma 17 we obtain the following partition of unity

KJkILC K J

@)nsupp p 4
Tsuppp = ZZ T7 Tsuppp < n::ZZ]lC(x§k>) <29 41)
k=1 j=1 k=1 j=1 ’

which we are going to use to construct our trial state for the upper bound on G [p]. We split
the proof into several steps. We start with the case @ > d and treat the special case « = d at
the very end.

Step 1: Less than one particle. If [pq p < 1, we consider the probability P = (P,) given
by

PU:I—/ 0, P = p, P, =0forn > 2, 42)
R4

which has density p and no interaction energy. Its free energy is thus just equal to the entropy

term
—TS(IP’):T(]—/ p)log(l—/ p>+T/ plogp.
Rd ]Rd d

The first term is negative and thus we obtain the desired inequality

GT[P]ST/ plogp  for / p =<1 (43)
Rd Rtl

Step 2: Compactly supported densities (o« > d). Next we consider the case of a compactly
supported density p with f]Rd p > 1. Using the partition (41) we write

Kpl

_ 1 ® w. o
=2 |20 pE——
T

k=1 n

@ Springer



73 Page 24 of 47 M. Jex et al.

where we abbreviated Q;k) =C (xj(.k)) for simplicity. This is a (uniform) convex combination
of the K densities p® = 3" pj.k). For fixed k, the pj.") have disjoint supports with distance

greater or equal to min{E(x;k) ), E(xj(.lf))} /2. In addition, we have

/pﬁk):K/(k)B§3d(4d+1)/(k)p§1'
0¥ m 0!

This is the reason for our choice of the constant in (39). Our trial state is given by

K

1
L (k)
IP’._KZIP ,
k=1
where
Jk
k) _ _ (k) )
P —]@((1 /dej)eapj ®0®...>,

is the symmetrized tensor product of the states in (42), which has density p®. Using the
concavity of the entropy, our upper bound is, thus,

1
Grlpl < & ;QT(W))

Ly (k) (k)
EK}Z}( Z /Adxwpi ()p;” (Mwlx —y)dxdy

I=i<j=<Ji

Jk
(k) (k)
+TZ/(k)pj logpj )
ji=172;

‘We have
K Jk

RN ) w _ 1 w,. Kp
T [ oen = 2303 [ ofioe S0
J J

k=1 j=1 k=1 j=1

K
/ploglff plogp+3d/ o,
R4 n R4 R4

since K < 159 < ¢34 and n > 1. Thus we obtain

K
1
Gripl= 2> > //Rdxw ()P (w(x — y) dx dy

k=11<i<j<Ji

+T/ plogp+3Td/ p.
Rd Rd

Our next task is to estimate the interaction, for every fixed k. By Assumption 1 we have
w < wy + wy with wi(x) = k@ro/|xD*L(x| < ro) and wa(x) = k(1 + |x|*)~'. We first
estimate the term involving the integrable potential w, using Young’s inequality as

Z // pi(k)(x)l’ﬁk)()’)wz(x — y)dxdy
RY xR '

I<i<j<Ji
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1
= / / p® () ® (yywa(x — y) dx dy
R4 x R4

||1112||Ll / (p(k))zz ||w2||L1 K2/ &2
2 Rd 2 U[_Q’(k) 772.

After summing over k this gives

2
*Z > [ AP wnP ot - naxay = P2k [ L
R4 x 2 R

d
k=11<i<j<Ji n

Using for instance
/ wy = K|S9 1|/ dr<K|Sd N,
d(s —d)
and recalling that n > 1 and K < 3d(4d + 1), we obtain

K Z > // ,-(k)(x)p}k)(y)wz(x —y)dxdy
R4 x

k 1 l<i<j<Ji
S‘|Sd_1| doad
<k——>-39¢4 1
<ippe— @ [ o

Next we consider the more complicated term involving the singular part w; = «1(|x| <
ro)(ro/|x|). To simplify our notation, we remove the superscript (k) and thus consider the
collection (p;) 11: | of functions supported in the disjoint cubes Q ; with the safety distance.

For every i # j, using .f]Rd pj < 1, we can estimate

o

KT,
// pi () pj(Mwi(x — y)dxdy < W

Recall that when |Q;| < |Q//, the distance d(Q;, Q) is at least equal to ¢; /2. We can
order our J cubes so that the volume is increasing: |Q1]| < |Q2| < --- < |Q|. We need to
estimate

J—1 Jl1 J
E.Z e, 0; )* Q e

Jj=i+1

J
2 d(Qz,Q ST

i=1 j=i+l1 i

1

where C = (—1/2,1/ 2)d and for every i, we have denoted by Q; j the cube centered
at (x; — x;)/¢;, of volume |Q;|/|Q;| > 1. To estimate the sum in j, we use the following
lemma, which is based on the integrability at infinity of |x|~* and is similar to [61, Lemma 9].

Lemma 18 Let C = (—1/2,1/2) be the unit cube and consider any collection of non-
intersecting cubes Q j with the property that |Q j| > 1 and d(C, Q;) > % Then we have

Z 1 - 3027d g2 4
~d(C, Q)% ~ IS (@ —d)’

The constant on the right of (44) is not at all optimal and is only displayed for concreteness.
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Proofof Lemma 18 Let X; € Cand Y; € Q; be so thatd(C, Q;) = |X; — ¥;| > J. For any
x € B(X;,1/8)and y € B(Y}, 1/8) we have

1X; — Y| 1 13
5 =X =Yl g ==yl = 1K = Y4 g = SIX = YL
Integrating over x’ € CN B(X;, 1/8) and y’ € Q; N B(Y;, 1/8) we obtain
1 1

e, Q) X, - Y,

- G/2)* // dxdy
TICNB(X;L 1/8)1Q; N B 1/8)] Je Jo, Ix — yI*

The volume of the intersection of a ball of radius 1/8 centered at X ; in a cube of volume
> 1 and that of the other cube is bounded away from 0. It is in fact minimal when X ;, Y; are
located at a corner, yielding

| d71| | d71|
|CﬂB(Xj,1/8)|ZW’ |Qij(Yja1/8)|ZW-
Thus, we obtain
1 3°f28d “q? / / dx dy
d(c, Q])“ s lx =yl
Summing over j using that the cubes are disjoint we obtain
3 1 b / / 1(lx — y| = 1) dxdy 39274 g2
d(c, Qj)“ st R4 lx — yl* S e —a)’
as was claimed. O

From the estimates (40) and (44), we deduce that

> // pi(X)pj (w1 (x — y)dxdy

1<i<j<Jx lx=yl=ro
< pd d23d+2a27d(4d 4 1)1+% / p1+gl
-0 s —d) s

Using that fu; 0; P+ < Jra p'* and summing over K, we obtain our final estimate

S|Sd—l| dod 5 d23d+2a27d(4d+1)1+% e
G <k— 39149 + 1 « T
rlelse =¥ @+ )/de T T S T @ — ) /]Rd
+T/ plogp+3Td/ . (45)
R4 R4

This is our final upper bound, with non-optimal constants only displayed for concreteness.

Step 3: General densities (¢ > d). In order to be able to use the Besicovitch lemma,
we restricted ourselves to compactly supported densities. We prove here that the exact same
estimate holds for general densities. Let p € (L' n L1He/dy R, R4), € € (0, 1) and write

1 plpd
ch+E‘ R\CL,

p=(1—8)1
— & &
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with C, = (—L/2, L/2)?. Using the concavity of the entropy, we obtain
1 1
Gr[p]sa—e)GT[‘l’ CL}+ Gr [M‘%\C] (46)

We choose L so large that
[ o=e
RNCL

which allows us to use (43) for the second term on the right of (46). For the first term we just
use Step 2. We find

CkrY a Ck
Gr[p]fiog/ p'td 4 —— p2+CT/ p+T/ plogp
(I—¢g)d Je, l—eJe, cr RY

+T10g8*1/ o+ Tlog(l — 8)71/ 0.
R‘I\CL Cr

By passing first to the limit L — oo and then ¢ — 0, we conclude that p satisfies the
same estimate (45) as for compactly supported densities.

Step 4: Case a = d. The case when the core of the interaction behaves as wi(x) =
Kro Ix|7¥1(|x| < ro) is similar to the previous situation with some small changes. The
function is not integrable around the origin which requires to have a safety distance between
particles in our trial state. However this interaction is also non-integrable without cutoff at
infinity so we need to use that the core of our interaction is compactly supported on the ball
of radius rg. The following alternative to Lemma 18 is going to be useful.

Lemma 19 Ler Co = (—£o/2, £9/2)¢ and consider any collection of non-intersecting cubes
Q;j with the property that |Q j| > Zg and d(Cp, Q) > %0. Then we have

g 2
Z L) oy (10g (ﬂ» : @7)
d(Co, @) Ny
Proof We assume £o < 2rg otherwise there is nothing to prove. Let X; € Coand Y; € Q;
be such that d(Cy, Q) = |X; — Y| > %0 For any x € B(Xj,£o/8) and y € B(Y}, £o/8)
we have

|X./'—Yj| - Lo - Lo 3
f_|xj—Yj|—Z_|X—)’|§|Xj—Yj|+Z§5|Xj—Yj|-

Integrating over x" € Co N B(X, £o/8) and y’ € Q; N B(Y}, £o/8) we obtain

Laco,0p<r0  Ldcco,0))=r0

dC, 07 X =Yl

(3/2)d / / ]ld(\x y|)<md xdy.
|COQB(XJ!£0/8)||QJHB( Lo/ Jey Jo,  1x—yld

Summing over all cubes we get

Z]ld(CO,Qj)grg - 27d3dg ffo iy 27434 4 1og(2ro /Lo)
r = .
d(Co, Q)¢ ~ |Sd-1ed ISt el

[}
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Next we explain how to relate the right side of (47) with the density p. Recall from (39)
that

1
/;(x) p(y)dy = ma (48)

where C(x) is the cube of side length £(x) centered at x. By Jensen’s inequality, we have for
every convex function F

Hrtarsn) =00 )
) F(Z(x)d3d(4d+l))_£(x) F(Z(x)d C(x)p = C(X)F(p(y))dy. @

Applying this to

F(t) = t2<10g (6947 + 1)rgz))+,

~d 210
o <l°g<e<x>)>+
3244 +1)? 2 dad d
=0T [ e (log (' £ Do) 0y
- 32d(4d + 1)2
= d

we obtain

[ o2 (4 + (101 o), ) 0. (50)
C(x)

The rest of the proof is similar to the case & > d, using (50) and Lemma 19. We omit the
details. This concludes the proof of Theorem 11. O

Remark 20 (Hard-core case) The previous proof can be used in the hard core case o =
oo, under the (sub-optimal) condition that f xtroc P < m for all x, where C =
(-1/2,1 /2)d. The interaction can be bounded by xCN as we have seen in (34), leading

to the bound

GT[p]§CK/ p—i—CT/ p—i—T/ plogp.
R4 R4 Rd

5 Proofs in the Canonical Case
5.1 The Local Radius R(x) in Optimal Transport

Here we explain how to construct canonical trial states using a result from optimal transport,
in order to obtain bounds at zero temperature for a singular interaction (d < o < 00).

Consider any density p with f p > 1, and recall the local radius R(x) from (24). Note that
R(x) can never be zero because p as a measure does not have any point mass. The function
R is connected to the Hardy—Littlewood maximal function M, defined by

M, (x):=sup p(y)dy, (51)

r>0 |Br| B(x,r)

where | B, | denotes the volume of a ball in R? of radius r. By definition of R it is clear that

1 1
IBIIR(x)4 "~ |B1|R(x)4

/ p(y)dy < M,(x),
B(x,R(x))
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so that we have the pointwise bound

1 1
7 S (1B1 1M, (x))7. (52)

Furthermore, using Holder’s inequality gives for any p > 0,

. 1+2 p+d
I = p = |B(x, R(x))[r+ p ;
B(x,R(x)) B(x,R(x))

VA
implying for p € Lllot 4 (R4) the bound

1 2 142
< |Bl|d/ P+ (53)
R(x)? B(x,R(x))

It is also apparent that R is 1-Lipschitz-continuous, see e.g. [14, Theorem 4.1]. One might
also remark that R always stays away from zero, i.e.

R,:= min R(x) > 0. (54)
xeRd

This is an immediate consequence of the facts that R is continuous and that, necessarily,
lim|y|— 00 R(x) = 00, because p € LY(RY).

To obtain an upper bound on the canonical energy at a fixed density 0 < p € L'(R?),
it is convenient to have existence of states [P in which the distance between the particles is
bounded from below in terms of the function R from (24). The following is a consequence
of a result from [14].

Theorem 21 (Optimal transport state) Let 0 < p € L'(RY) with N = [pa p € N. There
exists an N-particle state P with density pp = p such that

forl <i#j<N. (55)

lx; — xj| > max (Rp, w>

P—almost everywhere, where R is the function defined by (24), and R, is its minimum in (54).

Proof The proof is a simple application of [14, Theorem 4.3]. For any 0 < 1 < 1 (we will
choose 1 = 1/3 in a moment) and any x € R?, define a set

B(x) =y e R?||x =y < n(R() + R())}.
Then we have for any 0 < ¢t < 1 — 7, using the Lipschitz continuity of R,
B) S {y e R [1lx — y| < nRO)} Uy € R? | (1 = )lx = y| < nR())
S B, IR(x)Ufy e RY| (1= 1)lx — y| < n(Rx) + |x — y}
= B(x, R(x)) U B(x, == R(x)).

We wish to choose ¢ and 7 such that the measure of right hand side is equal to one (with

respect to the measure p). First, requiring the two balls to have the same radius leads to
the cil;);ce t = I_T" Next, we choose 7 such that 1 = 17;’4} = 1{—”" = 1, which implies
n= .

Now, defining an open and symmetric set D € R? x R? by

D= {(x,y) eR! xR? | |x — y| <max(Rp, W)}’
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then B(x):={y € R? | (x, y) € D} satisfies
B(x) = B(x, R,) U B(x) C B(x, R(x)).

Thus, by definition of R, we have p(B(x)) < p(B(x, R(x))) = 1, and since D is open
and symmetric, [14, Theorem 4.3] asserts the existence of a P with the claimed properties.
Specifically, one can take IP to be the optimizer for the multi-marginal optimal transport
problem associated to the cost

c(x) = min{d(x, A), 1},

where A denotes the set containing the (x1, ..., xy) satisfying (55). ]

5.2 Proof of Theorem 11 in the Canonical CaseatT =0

The existence of the state from Theorem 21 allows us to prove the last part of Theorem 11
about the canonical free energy at zero temperature. For convenience we state a proposition
valid for any state IP for which the particles satisfy an inequality similar to (55). Along with
Proposition 23 below (which covers the case o = d), this immediately implies Theorem 11
in the canonical case.

Proposition 22 (Zero temperature energy bound, d < o < 00) Let w satisfy Assumption 1
withd < a < oo. Let P be any N-particle probability measure with one-body density
p = pp satisfying

lxi — x| = n(R(i) + R(xj))  forl<i#j<N, (56)

P—almost everywhere, for some 0 < n < 1. Then the interaction energy in the state P is
bounded by

Crkry 112 Ck 2
Folpl =UNP) = — plx) Tddx+ — [ px)Tdx (57
n R n JRrd
with C a constant depending only ond, a, s.

Proof of Proposition 22 In this proof we will not keep track of the exact value of the constants,
since we will need the (unknown) one from the Hardy-Littlewood inequality. Hence C
denotes here a generic constant depending only on d, «, s. By the assumptions on w, we
have

rdL(|x; —xj| <n 1
UN(P)fK/ 3 (0 (Wi =xjl=ro) Y)d]P’(x). (58)
RAN I<ici<N lx; — x| I+ |x; — x|
Let x = (x1,...,xx) be in the support of P. After permutation we can assume that

R(x1) < R(x2) < --- < R(xy). We fix the index i and consider the points x; — x; in R for
j =1i+1,..., N.Because of (56), these points are all at a distance at least n(R(x;) + R(x;))
from the origin, and

1o —xj) — (i — x| = |xj — x| = n(R(xj) + R(xp))-

Hence we can place N — i disjoint balls in R? with radii 7R (x i), centered at the points
x; — xj, respectively. Inside each of these balls, we place a smaller ball of radius %R(x i)

centered at
nR(x;)
=(1= . X,
Z] ( 2|Xi —)CJ| (xl x])
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B(zj, 3 R(x;))

l‘i—:L'j

nRk(x;)

B(zi — xj,nR(x;))

Fig.2 Sketch of Construction

Then x; — x; is the point on the boundary of B(z;, %R(x 7)) which is the farthest from
the origin (see Fig.2), so that

1 1

—_— = min —_—
lxi —x;|%  yeB(z; 2R 1¥1¥
Note that the distance from B(z;, %R(xj)) to the origin is bounded from below by
n n
d (0, B(z;. ER(x,-))) = l2jl = 3RG:)) = Ixi = xj| = nR(xj) = nR(x).

Using this, along with the fact that all the balls are disjoint, we get the pointwise bound

N 1 N 1 1
2 S 2 B IRO Jee arey D Y
g i J j=itl J* 2 J B(zj,5 R(xj))
1 1

<—— —dy (59)
|B(, 2R(xi)| Jp©0.nr( ) Y1

24 1 / 1
= 7(1))7
|B1l mRxi))* Jpo,1)c 1y1¢

for P-a.e. x € RYN. We conclude that the contribution to the energy from the core of w can
be bounded by

N

NN 1 C 1
— 4P — g
/R,uv Z Z lx; —x;j1% ) = U /]RdN ; R(xi)* )

i=1 j=i+l
- 3/ SO (60)
Rd R(x)*

A

Similarly, we get for the contribution from the tail of w,

1 1

1
Z s = Z n s
51 1+ |x; — xj|! S |B(zj, 3 R JBz;, 4R0)) 1+ Y[

dy
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24 1 1
S T d dys
[B1] mR(xi)? Jra 1+ [y]*
SO

) ! C [ pw
/RM Z Z mdl@(x) =< 7/Rd ROyl dx. 61)

d
i=1 j=i+1 n

Finally, recalling from (52) that R(x) is bounded from below in terms of the maximal
function of p, we apply the Holder and Hardy—Littlewood maximal inequalities to obtain for
any power p > 0,

p(x) )
/Rd R(0)? dx < CfRd p(xX)(Mp)(x)d dx

_d_

<C (f ()t dx>d+p (/ (Mp)(x)l+§ dx)m
]Rd ]Rd
<c f ()14,
Rd

Using this on (60) and (61), and combining with (58), we obtain the claimed bound (57).
O

Proposition 23 (Special case « = d) Let w be an interaction satisfying Assumption 1 with
a=d,and0 < p € LYR?) a density with f p = N. Then, for any N-particle probability
measure P with one-body density pp = p satisfying (56) for some 0 < n < 1, the interaction
energy is bounded by

/RdN Z w(x; —x;)dP(xy, ..., xN)

I<i<j<N

d d
krgC / 2 cry xkC / 1 2
<—— | p"|log| ;0 + - ——dy [ p°, (62)
n?  Jpa ( (772[1 N 72 Jra 14 |y[* Rd

where the constants ¢ and C depend only on the dimension d.

Folpl

IA

Proof The proof goes along the same lines as the proof of Proposition 22. However, compli-
cations arise due to the fact that 1/|x|¢ is not integrable at infinity, so we need to take into
account the finite range r( of the core of w. Incidentally, this also forces us to avoid using the
Hardy-Littlewood maximal inequality later in the proof. Following the proof of Proposition
22 up to (59) and noting that B(z;, %R(xj)) C B(0, |x; — xj[), we have

N N
Z T(lx; —xj| <ro) - Z L(x; —x;| <ro) 1 dy
St Ixi — x4 i 1B(zj, 3R JB;. 1RG0 V1Y

1 1
e —dy
|B(0» ﬁR(xi))| nR(x;))<|y|<ro |}’|d

|Sd—l| 0 1
= —dr
|B(0, R (x;))| (/nR(xl-) r )+

_ 2d ) r(‘)l
~ R \ RG] )
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This leads to the bound

N N
/RdN >3 w — xj) dP(x)

i=1 j=i+1

d2d al 1 rg
<krd= — f1og [ —2— ] ap
T /HW;R(xi)d ¢\ ke )),

re / L4 / ZN: L 4peo) (63)
K —_— x),
Biin? Jea T+ 1P Jrow & Ry

where, in this case, we cannot use the Hardy—Littlewood maximal inequality on the first term.
However, this can be circumvented using the fact that |x; — x;| > n(R(x;) + R(x;)) on the
support of P, which is the content of Lemma 24 below. Using the lemma, we conclude

d d d
kri C 29| Byrg kC 1 2
Folpl = =2 /p2 log [ =72 p +—/ —dy/ P2,
n?d  Jpa n?d o e TP g

where the constant C depends only on the dimension d. O

Lemma24 Let 0 < p € L' (R?) be any density with f p > 1, and take any configuration
of points x1, ..., xy € R? satisfying |x; — xj| = n(R(x;) + R(xj)) fori # j, for some
0 < n < 1. Then we have the bounds

M

S G [ (64)
P R(xi)P = nP Jgra

for any p > 0, and for any . > 0,

P R(x;)¢ <0g<R(xi)d>>+ =0 de <0g( o | 1|P>>+.

Proof We consider any configuration xi, ..., xj as in the statement, and seek to provide
a bound on the sum Zlﬂil ﬁ. We order the points such that R(x1) < --- < R(xpy),
and assume first for simplicity that all the balls B(x;, R(x;)) intersect the smallest ball
B(x1, R(x1)). The main idea of the following argument is to split the space R? into shells of
exponentially increasing width, centered around x;, and arguing that the number of points
among X3, ..., X that can lie in each shell is universally bounded. To elaborate, take any

7 > 1 and consider for m € Ny the spherical shell of points y € R? satisfying

TR (x1) < |x1 =yl < "R ). (66)
Note that if x; lies in this shell, then by Lipschitz continuity of R,

2n
T R(xj) < |x1 —xi| < "™t nR&)),
47 (xj) <| il nR(x1)

immediately implying that

1
R(xj) < #:’”“R(xl). (67)
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This means that the ball B(x;, nR(x;)) is contained in

3+
B(xj, nR(x;)) € B(xi, |X1—X]|+WR(XJ))CB<X1, 2” m+1nR(x1)>

Furthermore, by the assumption that B(x1, R(x1)) N B(x;, R(x;)) # ¥, we have that
T 1 1
7771?(361) < §|x1 —xjl < E(R(Xl) + R(xj)) < R(xj). (68)

Since the balls B(x;, nR(x;)) are all disjoint, we conclude that the number of x;’s that
can lie in the m’th shell around x; is bounded by the ratio of the volumes

1B (x1, F2em R0 )|

|B(0, Z-nR(x1))]
<499,

#j | T"R(x1) < |x1 —x;] < TR} <

Note also that no x; can be placed inside the first shell (corresponding to |x; — x;| <
nR(x1)), because we always have x| — x| > n(R(x1) + R(x;)) by assumption. Now, for
any power p > 0, this allows us to bound, using (53),

Z d d Z 2P - 2p+2drp+d 1
o R(X,)P - ¢ @R T P (rP — 1) R(xp)P
2p+2drp+d » »
< 7|Bl|ﬁ/ P+ dy. (69)
nP(rP —1) B(x1.R(x1))

To bound the sum involving the logarithm, we note first that for any A > 0, applying
Jensen’s inequality to the function 7 > >(log At) 4 yields

s (o2 (i) = ey () (o G )
R(x)4 Rx)4) ). |1BX)| \Upw |B(x)| JB) 4

<|Bi] /B | PPlosC B (70)

Using this, we obtain by again summing over all the shells,

A A X, 4dgdd

2 Rey (log(m,-)d)) <Z<r*ﬂnR(x1>>d< <<rmnR<x1)>d)>
23dd 0
<
A l'd'"R(xl)d< (dR(Xl)d>)

- 23df2d|Bl| 5 <1 <2d)"|B | ))
< p* (log| —~IBilp)) .
4t = 1) Jpu, . Ry n4 i

Finally, we generalize to the case where not all the balls B(x ;, R(x;)) intersect the smallest
©)
T Ji<j=mg

ball B(xq, R(x1)). We split the configuration (x;)1<j<pm into clusters (x with
1 <k < K, such that:
e For any k, R(xl(k)) <...< R(xnk ).

o B(x, RxM)n B(xj"), R(xj.k))) # ) for any j, k.
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o The balls B(xfk), R(xfk))) are all pairwise disjoint fork =1, ..., K
Then, using (69) on each cluster, we get for instance
2p+2d .L.p-l—d

1 r
< By / p(n'Ta dy
Z Rxj)P = nP(z? — Z @ Ry

j=1

2p+2d .L.erd

14 1+2
e pu—— > 3} ddy,
< e Bl fde(y) y

which concludes the proof of (64). (65) follows in the same way. O

Remark 25 (Hard-core at zero temperature) As we have mentioned in Sect. 2.4, in the hard
core case o = 400, we know from (34) that for any representable density p, we have

kC
Folpl = — | p)dx, (711
T 0 R4
where the constant C depends only on d and s. The problem is to determine when p is
representable. Using Theorem 21, this is the case when for instance R, = min, R(x) > ro.

5.3 The Block Approximation

While the state from Theorem 21 is useful for obtaining energy bounds at zero temperature,
it might be singular with respect to the Lebesgue measure on R?Y | leaving it unsuitable to
use for the positive temperature case, because the entropy in this case will be infinite. Here
we describe a simple way of regularizing states, while keeping the one-body density fixed,
which is a slight generalization to any partition of unity of the construction in [9]. Essentially,
it works by cutting R into “blocks” and then locally replacing the state by a pure tensor
product.

Let " x; = Le be any partition of unity, and IP any N-particle state with density p. The
corresponding block approximation is defined by

(oxi) ® - & (Pxiy)

Pi= Y PO ® ® iy) m ; (72)
ioin [Tz f]Rd P Xix
where we denote
P(xi, ® - ® Xiy) 12/ Xip ® - ® xiy dP.
R(IN
PXi

That is, P is a convex combination of tensor products of the normalized Tox: One can
1

easily show that P has one-body density pi = p. Furthermore, it is clear that Pisa symmetric
measure whenever P is, so we can also write

F= )" P(x,'l®m®xm)m<px” ®- @ X )

[ pxiy S pxix

where I1; denotes the symmetrization operator in (31). In [9] the chosen partition of unity
is just a tiling made of cubes, but in fact any partition works. Applying Jensen’s inequality
yields the following.

i,y
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Lemma 26 (Entropy of the block approximation) Suppose that the state P and the partition of
unity (xj) are suchthat x;,, . .., Xiy all have disjoint supports whenever P(x;; ®- - -® xiy) #
0. Then we have

/ f”log(N!fP’)if pIngJr/ P xilog i
RAN R4 R4 ;

‘Z(/R pXi>log (/R px,->. 73)

Remark 27 Since (y;) is a partition of unity, the term above involving yx; log x; can always
be estimated from above by zero. On the other hand, it is not clear that the sum in last term
above is even finite for an arbitrary partition (x;). However, it turns out to behave nicely
in many situations. For instance, if [ px; < 1 for all j, we can estimate it by 1/e times
the number of terms in the partition of unity, which is typically finite when p has compact
support.

Proof The entropy of the block approximation can be estimated using Jensen’s inequality by

/ Plog(N!P)

Z P(xi, ® ®X1N)/H5 <® P Xix >]0g (N'HS® P Xig )

I pxiy I pxiy

IA

> PO ® ®xlN)/® PA_1og | 3 (R) et P Xiowy

[ pxi vesy T S Pisw

We have here used the symmetry of P to remove the first IT. It is important that the N!has
disappeared in the logarithm. For any non-zero term, the supports of the x;, are all disjoint,
hence only the case o = Id remains in the sum. Using that

/® P Xiy (® P Xiy ) Z/ P Xiy PXic_

fpxu [ pxi fpxzk fpxl'k

and plugging this into the previous expression, we conclude that (73) holds. O

5.4 Proof of Theorem 12 in the Canonical Caseat 7 > 0

We assume first that the density p is compactly supported, and then remove this assumption
at the end. Applying the Besicovitch covering lemma [21, 35] on the cover {B(x, eR(x)) |
x € supp p} gives the existence of a (finite) set of points (y;) € supp p satisfying that (B;) :=
(B(yj,eR(yj))) covers the support of p, and the multiplicity of the cover is universally
bounded, i.e.,

I <okx):= Z]lBj(X) <C4, x €suppp,

where the constant Cy depends only on the dimension d, and thus not on ¢ or p. This gives
1p,
us a partition of unity (x;) defined by x; := %. One way of constructing the Besicovitch

cover is to inductively maximize £ R(y;) over the remaining volume y; € supp p\ U,/(;: By,
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supposing that yy, ..., y;_ have already been chosen. This construction implies the bound
on the distances

lyj — ykI = max(eR(y;), eR(yx)) = %(R()’j) + R(yk)), (74)

forall j # k.

We now take the optimal transport state P obtained from Theorem 21, and denote by
mj:= [pxj = fB,- g the local mass of p with respect to the partition of unity (x;). As a
trial state for the free energy, we take the block approximation (72) of P using the x;, i.e.,

PXj P
Poi= Y Py, x...XXjN)(m_ﬂ)@...@(J)

JleeJN J1 JN

We show that the support of P, satisfies the condition (56) for some 5. For any point

(x1,...,xn) € supp P, there must be a term in the sum above such that P(x , x - - - X x ) #
0, and x; € Bj, = B(yj,,eR(yj,)) for all k. In particular, since the support of [P’ satisfies
(55), there exist z1, ..., zy with zx € Bj, and |zx — z¢| > %(R(zk) + R(z¢)) for any k # £.

By the Lipschitz continuity of R, xx € Bj, implies that R(y;,) < l—lgR(xk), SO

2¢
lxx — 2kl <2eR(yj) < :R(xk)-
Finally, this gives us the bound

|xk — xel = |2k — zel — |xk — 2kl — |xe — z¢l

\%

1
> g(R(Zk) + R(z¢)) — |xk — zik| — |x¢ — z¢l

1 4
> g(R(xk) + R(x¢)) — §(|xk — Zk| + Ixe — z¢l)
1 8¢
> 3 <1 - 17) (R(xg) + R(x¢)). (75)
— &

This argument also shows that if P(y;, x --- x xjy) # 0O, then the sets B}, are disjoint
fork =1,..., N, provided that ¢ < é.

Now, since P, satisfies (75), it follows from Proposition 22 that the interaction energy (in
case a > d) is bounded by

Un @) = Cor [ o8 ce [ o2,
R4 R4

and similarly for @ = d, using Proposition 23. Thus, to show (25), it only remains to provide
a bound on the entropy of the state IP,. First, applying Lemma 26 immediately gives

/RdNIF’glog(N!IP’g) < /l‘gdplogp—z:mjlogmj.

J

Then, for any numbers s, ¢ > 0, we can use the elementary bound
1
—slog(ts) < —,
et

to conclude that

= mjlogmj =Y mjlog(R(y;)") — m;log(R(y;)'m;)
j j
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siy/}uMﬂmmga+QMMMx+

J

c
§dlog(l+8)/ p+d/ plogR+—d/ 0%
R4 Rd & R4

where the last inequality uses (74) and Lemma 24. This proves Theorem 12 for compactly
supported densities. O

eR(yj)?

Remark 28 (Hard-core case) In the hard core case « = 400, the above proof provides the
bound

K CTr(‘)l 5
Fripl=C— | p+CT | p+T [ plogp+-——"— /[ p
rg Jrd R4 Rd (Rp —ro)? Jre

+Tfdelong, (76)

under the assumption that R, = min, R(x) > ro, where C only depends on d and s. The
main difference is the estimate on the distance between the particles in (75). We need to keep
the maximum and use

1
|xx — x¢| > max {Rp, g(R(xk) + R(xz))} - (R(xx) + R(x¢))

- (1 8¢ R
- 1—¢e) "

Taking & = min(R,/ro — 1, 1)/100 provides (76).

8¢
3(1 —¢)

5.5 Removal of the Compactness Condition

To finish this section we describe how to extend a result holding for compactly supported
densities to general integrable ones, using this time a compactness argument.

Theorem 29 Assume that w satisfies Assumption 1. If we have for some 1 < p < g < 00
with g > 2 and some constants C; > 0

FT[,O]SCo/P+C1/,0p+C2/,Oq+T/,010gP
+C3/p2(10g,0)++C4/,010g R, (77)

forall p € L' N L7 of compact support, then the same holds with the same constants for all
p e L'NLY. IfT > 0 we assume in both cases that fRd pllog p| < oo.

Proof Letus firstassume C4 = 0 for simplicity. Our proof uses that the energy p > Fr[p]is

lower semi-continuous for the strong topology of L, as previously mentioned in Remark 3,
that is,

Frlp] < liminf Fr[p,]
n—0o0

if p, — p strongly in LI(R‘I) with /p,‘f +T [ pnllog p,| < C. (78)
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The theorem then follows immediately by letting

N
pn = —— plp,
n anp B

the truncation of p over the ball of radius n. Note that p, < (1 + o(1))p. The sequence p,
clearly satisfies the convergence properties of (78) and therefore the lower semi-continuity

provides

Frlp] < lirgiogf Fr{pa]
P q
. N
< hmmf{CoN+C1 () / ”+C2< ) / o
n— 00 anp fB B,
—|—TL/ plogp +T— 1og< )/ P
anp n fB,, fB n
2 2
Cg( N ) / P logp+2< ) log< )/ 2}
) an,o fB fB

:CoN+C1/p”+Cz/p”+T/plogp+C3/p2(logp)+,

where B), ;== B, N {p > N1 an p}.

When C4 > 0 the proof is similar. We need to use that (1 + |x])/C < R(x), R,(x) <
C(14|x|) for some C > 0 (depending on p), where R, (x) is the local radius of the truncated
density p,, which converges locally to R. The uniform bounds on R and R, imply that we
must work under the assumptions that f p(log |x|)+ is finite (otherwise there is nothing to
show). The limit follows from dominated convergence.

For the convenience of the reader, we conclude by quickly recalling the proof of the lower
semi-continuity (78). We consider an arbitrary sequence p, converging to p strongly in L'
and satisfying the bounds in (78). It is known that there exists an optimal P, for Fr[p,] (but
we could as well use a quasi-minimizer). From the upper bound we have Fr[p,] < C for
some constant C and therefore

C > Frlpn]l = Fr(®y)

- / Y wi; - xP, +T/IP’,, log(N!P,)
(RY)

N
1<j<k<N

P,
- _/;Ww Z w(x; —x) + kN IP’H—i-T/IP’nlog(W)

1<j<k<N

N!
_KN—I—T/,OnlOg,On +T10gW

The first term is non-negative from the stability property of w and the second is a relative
entropy, hence is also non-negative. We have thus proved that

T/]P’,, logP, < C(p, N, T),
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where the constant can depend on p, N, T but not on n. On the other hand, we know that the
sequence (IP,) is tight, that is,

N
/ dIPnS/ZIL(|XJ|ZR)dPn:/ Pn>s
max |x;|>R =1 [x|>R

where the right side is small due to the strong convergence in L'. After extraction of a
subsequence, this implies [ F dP, — [ FdP for every F € Cg. Taking F(x1, ..., Xxy) =
ZZ/-V:] f(x;) with f € C?, we find that | fpp, — [ fpp, thatis, pp = p. In addition, we
have (by convexity)

T/PlogIP’STliminf/IP’nloanSC. (79)
n—o0

Hence PP is admissible for Fr[p], and absolutely continuous with respect to the Lebesgue
measure if 7 > 0. We thus have

n—oo

liminf/FdIP’n Z/FdIP’,

for every measurable function F > 0 if T > 0 (using the absolute continuity of P) and for
every lower semi-continuous function F > 0 if 7 = 0. This is satisfied for our interaction
w by Assumption 1 and therefore we obtain as we wanted

lim inf P— N |dP
im in /(Rd)N Z w(x; —xx) +« n

n—00
1<j<k<N

> w(x; —xg) +«N | dP.
/;Rtl)N Z 4

1<j<k<N
Together with the entropy bound (79) when T > 0, this proves that

liminf (Fr[pa] +«N) = Frlp] +«N
n—oo

which is the claimed lower semi-continuity (78). ]

6 Proof of Theorem 14 in the Hard-Core Case

In this section we prove Theorem 14 concerning densities which are uniformly bounded in
terms of the tight packing density p.(d). We start by constructing a trial state with constant
density by averaging a periodic tight packing over translations. Such a uniform average of a
periodic lattice is often called a “floating crystal” [64, 65] in Physics and Chemistry. Finally,
we estimate the entropic cost of “geometrically localizing” [60] this state to enforce the
desired density.

Step 1: Constant density. We have assumed p < (1 — a)dr(;d,oc(d). Letn > O be a
fixed small number which will later be chosen in terms of ¢. From the definition of p.(d)
we can find a large cube Cp = (—€/2,£/2)? and n = (1 4 2n7)~4ry“ pe(d)¢¢ € N points
x?, e x,? € Cy satisfying Ix? - x,?l > ro(1 4+ n) for all j # k. We can also assume that
no point is at a distance less than r¢ to the boundary of C,. We are using here that the tight
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packing density for ro(1 + 1) is (1 + n)~%rg?pe(d) > (1 + 27)~%ry? pe(d) and that the
limit (33) is the same for cubes and for balls.
Now, we replace each point x;) by a smeared measure

od x—xY
0 J
H = 2 s
K= G * ( ron )

where x = |Bi|~'1p,. The smearing radius nro/2 has been chosen so that the supports of
the X}) remain at distance at least rg.

Finally, we consider (2K + 1)? copies of our system (K € N), repeated in a periodic
fashion so as to form a very large cube C;, = (—L/2, L/2)d of side length L = (2K + 1)<.
In other words, we define the N := (2K+1)dn points xj? = x?—i—kL withk € {—K, ..., K}d.

The smeared measures ;‘ are defined similarly. The state

has the density p = ) ik Xf and the finite entropy

Zd
/ IP’log(N!]P’):N/ x log x = N log —aal
RN Rd |Bilrym

(recall IT; is the symmetrization operator in (31)). Finally, we average over translations of
the big cube and define the trial state

~ 1
]P’ze—d/CZIP’(-%—T)dt,

which has the density
~ 1 0
J

The latter is constant, equal to n /€d~= 1+ 2n)_dr0_ dpc(d) well inside the large cube.
Note that, by concavity, the entropy of P can be estimated by that of .

Step 2: Geometric localization. We assume for the rest of the proof that p has a compact
support and we choose K large enough so that p'is constant on the support of o. Our estimates
will not depend on K. One can then deduce the bound for general densities by adapting the
proof of Theorem 29, or by passing to the limit K — oo in the formulas (80)—(81) of the
trial state.

We pick 7 so that (1 — &)? = (1 4 2)~¢, that is,

e

T=530—¢)

Then we have p < p a.e. This enables us to consider the localization function

o o

= <
P+ 2mdrydped)

and the 6—localized state Eg, which has the desired density o3 = p.
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We recall that the 6—Ilocalization Qg of a state Q (with 0 < 6 < 1) is the unique state

which has the correlation functions p(k) = p(g )9k for all k, see [34, 42, 60]. In our case we
only need the definition for a tensor product since we have by linearity

~ 1
Py = 7/ P(-+ 1) dr. (80)
4 Je,

For a symmetric tensor product Q = I;(g; ® - - - ® gn) with probabilities ¢ ; of disjoint
support, the 6-localized state can be expressed as

N

N\ 1
QI@ = @ <n>ﬁ Z (qu(l)) K- Q® (QQU(H))X

n=0 "oeGy

X <1 —/Qqa(n+1)) <1 - /O%(N)) . (81)

We will need the following.

Lemma 30 (Entropy of localization of tensor products) Let Q = Tl;(q1 ® --- Q@ gn) be a
symmetric tensor product, with q1, ..., qn probability measures of disjoint supports. For any
0<6 <1, wehave

S(Qw):—Z/Rd(eqj)log(eqj)—Z(l—/Rdeqj>1og <1—/Rd9qj>. (82)
j

J

In particular, we deduce

—s@n =Y /R (04 10(04)). (83)
J

As a side remark we also note also that (82) provides

S@Qg) +S@Q1-9)

=$<@)—Z[(1—/9‘U)bg (1‘/9‘“>+</9‘“>log </9‘“>]

J
- / p(9 logf + (1 — 6) log(1 — 9)).

The additional terms are positive and therefore we recover the subadditivity of the entropy
S(Q) = SQp) + S(Q1-0) [42, Appendix Al.

Proof Each tensor product (8¢s(1)) ® - - - ® (0¢5(n)) appears exactly (N — n)! times with
the same weight in (81). We can thus write it in the better form

N
W= ¥ Gape--©6s) [] (1—/0qk>,

n=0 """ ji#£#jn KE{1seee jn}

where now the terms all have disjoint supports. We obtain that the entropy equals

|
S(Q‘”:_Zﬁfﬂw Y. 0gpe-®0g,) ] (1—/9qk)x
n=0 "

J1#Fin KLt jn}
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x log | (6gj,) ® --- ® (0g;,) ]_[ (1—/0qk>

ki1, ...in}
Note that the n! in the logarithm simplifies with the 1/n!. Expanding the logarithm and
collecting the terms we obtain the claimed formula. O

In our case, we deduce by concavity that

~ 1
—S(Py) < _Td/ S(P(- — 1)) dr
Cy

IA

1
BT, [ o neca

1 p()xk(x — 1)
- i kx — )1 J dr dx.
2 [, Lo Farm iy @

We estimate x j‘ in the logarithm by its supremum || XJI-( lloo and use that

-
= Gom71Bi|
6(x)

v Z/C X = 1)t = 0(0)5(x) = p(x).
Jk o

‘We obtain

= (142
—S(Py) < log <W>/p+/plogp

2d
:1°g<m)f"+/’”°g”

On the other hand, the energbeound (34) applies since we still have |x; — xx| > rp on
the support of the localized state IPjg. This concludes the proof of Theorem 14. O
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