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We consider numerical methods for thermodynamic sampling, i.e., computing sequences of points dis-
tributed according to the Gibbs—Boltzmann distribution, using Langevin dynamics and overdamped
Langevin dynamics (Brownian dynamics). A wide variety of numerical methods for Langevin dynamics
may be constructed based on splitting the stochastic differential equations into various component parts,
each of which may be propagated exactly in the sense of distributions. Each such method may be viewed
as generating samples according to an associated invariant measure that differs from the exact canonical
invariant measure by a stepsize-dependent perturbation. We provide error estimates a la Talay—Tubaro on
the invariant distribution for small stepsize, and compare the sampling bias obtained for various choices
of the splitting method. We further investigate the overdamped limit and apply the methods in the context
of driven systems where the goal is sampling with respect to a nonequilibrium steady state. Our analyses
are illustrated by numerical experiments.
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1. Introduction

A fundamental purpose of molecular simulation is the computation of macroscopic quantities, typically
through averages of functions of the variables of the system with respect to a given probability mea-
sure u which defines the macroscopic state of the system. We consider systems described by a separable
Hamiltonian

H(g.p)=V(g)+ ip"M 'p, (1.1)

where g = (q1,...,qy) and p=(py,...,pn), respectively, are the vectors of positions and momenta
of N particles in dimension d, V is a potential energy function and M is a positive definite mass matrix,
typically a diagonal matrix.

The Hamiltonian (1.1) represents a fully classical molecular dynamics model. For instance, a fluid of
N argon atoms is well described by pairwise interactions among the nuclei, where the potential V(q) =
> <i<j<n VUgi = gjD). The distance-based potential v(r) may be fitted to Buckingham or Lennard—Jones
forms (for instance, see Allen & Tildesley, 1989 or Frenkel & Smit, 2001). These short-ranged potentials
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model van der Waals-type interactions including both Pauli repulsion (the inability of the populated
electron shells to interpenetrate), and dispersion due to temporary dipoles forming in the charge clouds
surrounding the nuclei. In more complicated molecular systems, other potential energy functions are
used to capture local covalent bond structure and Coulombic interactions due to charges on the atoms.
Coarse-grained classical models may amalgamate several degrees of freedom, as for example when
a molecule is replaced by a rigid body description. Classical molecular dynamics models are now a
standard and widespread tool in almost every field of science and engineering. For example, see Schulz
et al. (2004) for some applications in engineering, Durrant & McCammon (2011) for a discussion of the
use of molecular dynamics in drug discovery, and see also the motivation provided in classical textbooks
on molecular simulation such as Allen & Tildesley (1989), Frenkel & Smit (2001), Schlick (2002) and
Tuckerman (2010).

In the most common setting, the probability measure p with respect to which averages are com-
puted corresponds to the canonical ensemble. Its distribution is defined by the Boltzmann—Gibbs den-
sity, which models the configurations of a conservative system in contact with a heat bath at fixed
temperature 7'

n(dgdp) =z~ e PP dgdp, (1.2)

where f~! = kgT with kg Boltzmann’s constant and Z is a normalization constant, ensuring that the
integral of u over the entirety of phase space is unity.

Molecular dynamics can be used for the study of a wide range of thermodynamic and structural prop-
erties. Typically, observables are chosen which capture the features of interest and numerical studies are
aimed at computing the averages of these observables accurately. For instance, the average pressure in
a three-dimensional fluid such as liquid argon is obtained by computing P =E, (), the expectation of
an observable Y with respect to the canonical measure 1, where the pressure observable ¥ is defined by

N
¥(g.p) = % <pTM‘p - ai- Vq;V(q)> ,

i=1
V being the physical volume of the box occupied by the fluid. By studying the variation in pressure with
changes in a thermodynamic parameter (temperature or density), one may obtain part of the phase dia-
gram of the material. Other observables may be used to model the determination of molecular form
(shape and size) or structural rearrangement under different ambient conditions. It is, for instance,
increasingly common to use molecular dynamics in biology to reveal allosteric mechanisms related to
protein function or drug binding; in such cases, the observable may measure the distance between two
particular groups of atoms or their relative alignment; see Durrant & McCammon (2011) for examples
and further references contained therein.

Numerically, the high-dimensional averages with respect to u are often approximated as ergodic
averages along discrete stochastic paths (Markov chains) constructed through numerical solution of
certain stochastic differential equations (SDEs). There are two principal sources of approximation error
in the computation of average properties such as [E, (1): (i) systematic bias (or perfect sampling bias)
related to the use of a discretization method for the SDEs (and usually proportional to a power of the
integration stepsize Af), and (ii) statistical errors, due to the finite lengths of the sampling paths involved
and the underlying variance of the random variables; see the presentation in Lelievre et al. (2010,
Section 2.3.1). In this article, we are concerned with the systematic bias, specifically the systematic bias
in long-term simulation, i.e., with respect to the invariant (or nonequilibrium steady-state) distribution.
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One of the most popular choices of the SDE system for sampling purposes is Langevin dynamics,
which is given by:

dg, :M’lp[ dz,

dp,=—VV(g)dt — yM~'p,di + \/?dW,, (-
where dW, is a standard dN-dimensional Wiener process. The friction intensity y > 0 is a free parameter
which may be adjusted to enhance sampling efficiency. Under suitable conditions, the dynamics (1.3)
is ergodic for the Boltzmann—Gibbs distribution (see, for instance, Mattingly et al., 2002; Talay, 2002;
Cances et al., 2007 and references therein).

We will also be interested in nonequilibrium situations where a given system is subject to noncon-
servative driving and dissipative perturbations. In this case, the averages may be taken with respect to a
stationary distribution which has no simple functional form. The simulation of nonequilibrium systems
in their steady states is one popular way to compute transport coefficients such as the thermal conduc-
tivity or the shear viscosity, by computing the linear response of an appropriate average property (see,
for instance, Evans & Morriss, 2008; Tuckerman, 2010). We discuss a specific example in Section 3:
the computation of the mobility of a particle, which measures the tendency of the particle to flow in the
direction of an external forcing. The mobility is related to the self-diffusion through Einstein’s relation
(see (3.6)).

The aim of this work is to provide a numerical analysis of the perfect sampling bias in Langevin
dynamics arising from numerical schemes obtained by a splitting strategy, building on studies such
as Talay (2002) or Bou-Rabee & Owhadi (2010), and clarifying the sampling properties of recently
proposed schemes (see Skeel & [zaguirre, 2002; Bussi & Parrinello, 2007; Melchionna, 2007; Thalmann
& Farago, 2007; Leimkuhler & Matthews, 2013a). Of particular interest is the behaviour of methods
in the overdamped limit y — 400 and variations of Langevin dynamics incorporating nonequilibrium
forcings such as the addition of nongradient forces (in which case the invariant measure is unknown).
The idea behind splitting schemes for SDEs is to decompose the generator of the dynamics into a sum
of generators associated with dynamics which are analytically integrable, or at least very simple to
integrate. We refer to the individual splitting terms of the dynamics as ‘elementary dynamics’ in the
sequel. One example in the context of Langevin dynamics is the splitting scheme based on a symplectic
integration of the Hamiltonian part of the dynamics combined with an exact treatment of the fluctuation—
dissipation part. Such methods are more convenient to implement in molecular simulation codes than
the implicit schemes proposed in Talay (2002) or Mattingly et al. (2002), and are also efficient in
practice (see Leimkuhler & Matthews, 2013b). Some essential elements of the numerical analysis on
the accuracy of such splitting schemes have been provided in Bou-Rabee & Owhadi (2010).

We focus in this article on the case where the position space is compact (e.g., a torus), since this is
most relevant from the point of view of applications in condensed matter physics and biology, where
periodic boundary conditions are typically used. This assumption simplifies the treatment of the Fokker—
Planck operator associated to Langevin dynamics, and, with additional smoothness assumptions on the
potential energy function, ensures regularity properties, discrete spectrum and spectral gap. In particular,
(1.2) is the unique invariant probability measure of the Langevin process. We assume for simplicity that
the positions belong to the torus M = (LT)N  where L > 0 denotes the size of the simulation cell, and
denote by £ = M x R the state space of the system, i.e., the set of all admissible configurations (g, p).

Let us emphasize that we expect our results to hold for unbounded position spaces, under
appropriate assumptions on the potential energy function. Our proofs may, however, require nontriv-
ial modifications, using in particular the tools and the results from Mattingly et al. (2002), Talay (2002),
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Bou-Rabee & Owhadi (2010) and Kopec (2013). Generalizations to other dynamics similar to the
Langevin dynamics such as Generalized Langevin Dynamics (see Mori, 1965; Zwanzig, 1973), Dissi-
pative Particle Dynamics (see Hoogerbrugge & Koelman, 1992; Espanol & Warren, 1995) or Langevin—
Nosé-Hoover-Langevin dynamics (see Samoletov et al., 2007; Leimkuhler et al., 2009) are also pos-
sible, although a rigorous extension would require substantial work in view of the estimates needed
involving the generator of the dynamics, for instance (see the discussion in Remark 4.1).

In practice, since Langevin dynamics is discretized, averages computed along a single trajectory
converge to averages with respect to a measure i, 4;, Which is an approximation to u in the sense that
there exists a function f; ,, for which

/g Y (q,p) Ly, a(dgdp) = /g ¥ (g,p) n(dgdp) + At* /g ¥ (g, P)fy (q.P) 1(dg dp) + O(AH);

(1.4)
see Section 2.4 for precise statements. Of course, the momenta are usually trivial to sample since they
are distributed according to a Gaussian measure. The primary issue is therefore to sample positions
according to the marginal of the canonical measure:

w(dg)=Z""e VD dqq. (1.5)

Denoting by 1, 4,(dg) the marginal of the invariant measure for the numerical scheme in the position
variables, and by

27\ TIN/2 ,BpTM’lp
(To)(q) = /Rm ¢(g,p)k(dp), «(dp)= </3) V/ det(M) exp (—2) dp, (1.6)

the partial average of a function ¢ with respect to the momentum variable, the error estimate (1.4)
becomes, for observables which depend only on the position variable,

/ v(q) ﬁy,m(dq)=/ 1/f(q)ﬁ(dq)+At“/ ¥ (9) (i, )(9) TE(dg) + O(AFT).
M M M

Let us conclude this introduction by noting that alternative sampling strategies are available: the bias
in the invariant measure sampled by discretization of Langevin dynamics could in principle be elimi-
nated by employing a Metropolis—Hastings procedure (see Metropolis et al., 1953; Hastings, 1970 and
the discussion in Lelievre ef al., 2010, Section 2.2). Another advantage of superimposing a Metropolis—
Hastings procedure upon a discretization of the Langevin dynamics is that it stabilizes the numerical
scheme even for forces —VV which are not globally Lipschitz. The numerical analysis of Langevin-
based Metropolis integrators has been performed in Bou-Rabee & Vanden-Eijnden (2009) and Bou-
Rabee & Vanden-Eijnden (2012), where strong error estimates are provided. On the other hand, it is
not always possible or desirable to use a Metropolis correction. First, the average acceptance proba-
bility in the Metropolis step for Langevin-like dynamics in general decreases exponentially with the
dimension of the system for a fixed timestep (see, for instance, Kennedy & Pendleton, 1991). In fact,
the timestep should be reduced as some inverse power of the system size in order to maintain a constant
acceptance rate (see the recent works on Metropolization of Hamiltonian dynamics by Beskos et al.,
2013, following the strategy pioneered in Roberts et al., 1997 and Roberts & Rosenthal, 1998). There
are ways to limit the decrease of the ratio, by either changing the dynamics or the measure used to
compute the Metropolis ratio (see, for instance, [zaguirre & Hampton, 2004 in the context of Hamilto-
nian dynamics), or by evolving only parts of the system (see Bou-Rabee & Vanden-Eijnden, 2012). The
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latter strategy may, however, complicate the implementation of parallel algorithms for the simulation
of very large systems, especially if long-range potentials are used (as acknowledged in Bou-Rabee &
Vanden-Eijnden, 2012, Remark 2.5). This may be a reason why Metropolis corrections are not often
implemented in popular molecular dynamics packages such as NAMD. Secondly, the variance of the
computed averages may increase since rejections occur, and the numerical trajectory is therefore more
correlated in general than for rejection-free dynamics. Lastly, the Metropolis procedure requires that
the invariant measure of the system be known. This is the case for equilibrium systems, but no longer
is the case for nonequilibrium systems subjected to external forcings such as a temperature gradient or
a nongradient force (this is the framework considered in Section 3 of this article; see, for instance, the
dynamics (3.1)).

Summary of the results and organization of the paper

We focus in this article on first- and second-order splitting schemes, relying on Lie—Trotter decomposi-
tions of the evolution. This restriction is motivated both by pedagogical purposes and by the dominant
role in applications played by second-order splitting schemes. Let us, however, emphasize that most of
our results could, in principle, be extended to higher-order decompositions.

Results corresponding to discretizations of the equilibrium Langevin dynamics and computation of
static average properties are gathered in Section 2, while nonequilibrium systems and the computa-
tion of transport properties are discussed in Section 3 (relying on the computation of the mobility or
autodiffusion coefficient as an illustration). The proofs of all our results can be found in Section 4.

Let us now highlight some of our contributions.

e In the equilibrium setting, we rigorously ground in Section 2.4 the results presented in Leimkuh-
ler & Matthews (2013a), giving the leading-order correction to the invariant measure with respect
to At for general splitting schemes, via a Talay—Tubaro expansion (see Talay & Tubaro, 1990). We
carefully study all possible splitting schemes, taking advantage of what we call the ‘TU lemma’
(Lemma 2.12) to relate invariant measures of various splitting schemes where the elementary
dynamics are integrated in different orders. From a technical viewpoint, our proofs are a variation
on the standard way of establishing similar results, since we use the specific structure of splitting
schemes to conveniently write evolution operators as compositions of the semigroups of the elemen-
tary dynamics (working at the level of generators, as in Debussche & Faou, 2012; see also Mattingly
etal., 2010 for a related approach based on solution of appropriate Poisson equations). The structure
of the proof is highlighted in Section 4.4; see Remark 4.1.

e We show in Section 2.5 how the leading-order correction to equilibrium averages can be estimated
on-the-fly by approximating a time-integrated correlation function. This can be seen as a practi-
cal way of numerically solving a Poisson equation (a standard way of proceeding when studying
the linear response of nonequilibrium systems) and is an alternative to Romberg extrapolation to
eliminate the leading-order correction as done in Talay & Tubaro (1990).

e We carefully study the overdamped regime y — 400 in Section 2.6, making use in particular of
uniform resolvent estimates obtained in Theorem 2.5 owing to a uniform hypocoercivity property.

e We provide error estimates for the computation of transport coefficients, by assessing the bias arising
in the numerical discretization of either: (i) the computation of integrated time-correlation func-
tions expressing transport coefficients via Green—Kubo formulae; or (ii) ergodic averages of steady-
state nonequilibrium dynamics, where the equilibrium evolution (1.3) is perturbed by a nongradient
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force and the transport coefficient is extracted from the linear response of some quantity of interest
(see Section 3). The latter approach is illustrated by the study of the mobility, which measures the
response in the average velocity arising from a constant external force exerted on the system. We
also study the consistency of the numerical estimations in the overdamped limit.

Some numerical simulations are provided to illustrate the most important results (see Sections 2.5.3
and 3.3).

2. Error estimates for the invariant measure for equilibrium dynamics

We start by giving some properties of Langevin dynamics in Section 2.1 (most results are well-known,
except for the material on the overdamped limit y — 400 presented in Section 2.1.3). The numeri-
cal schemes we consider are then described in Section 2.2, their ergodic properties being discussed in
Section 2.3. Error estimates for the invariant measure are provided in Section 2.4. We then show in
Section 2.5 how to estimate the leading-order correction term through an appropriate integrated cor-
relation function. An important side result of this section is the development of error estimates for
Green—Kubo-type formulas. Finally, we study the errors on the invariant measures in the overdamped
limit in Section 2.6. Let us emphasize that we will make use of the following assumption throughout
this work.

AssUMPTION 2.1 The potential V belongs to C*° (M, R).

The above assumption is quite restrictive since typical potentials used in molecular simulation, such
as the Lennard—Jones potential, have singularities. Although ergodicity for Langevin dynamics with
singular potentials has been recently proved in Conrad & Grothaus (2010), there are still many issues
with singular potentials, including the existence and uniqueness of an invariant measure for numerical
schemes (see Mattingly et al., 2002), and the derivation of appropriate bounds or estimates on the resol-
vent of the generator of the Langevin dynamics (all the results presented in Section 2.1.1 are obtained
under the assumption of smooth potentials). Since the latter estimates are fundamental for our work,
we have to restrict ourselves to smooth potentials. Of course, from a more practical viewpoint, it could
also be argued that the potential energy function could be smoothed out by appropriate high-energy
truncations and regularizations, and that such regularizations should not affect too much the average
properties of the system, since high-energy states are quite unlikely under the canonical measure.

Functional analysis setting and notation

The reference Hilbert space for our analysis is the Hilbert space L?(u). As in Talay (2002) for instance,
we will consider errors in the average of smooth functions whose derivatives grow at most polynomi-
ally (the space S defined below). In fact, since the position space is compact, only the growth in the
momentum variable has to be controlled.

The polynomial growth of a function can be characterized by the Lyapunov functions (for s € N* =
{1,2,3,...}):

Ks(g.p) =1+ Ip|*.

This allows us to define the following Banach spaces of functions of polynomial growth:

X = {w measurable

Voo
EEL (5)},
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endowed with the norms
v
K

)

L©

Wiz, = H

To characterize the growth of the derivatives, we introduce the spaces W,’é’fo defined as
WX ={f e L |Vre N> 1| <m, 3'f €LY},

where |r|=ri +ry + -+ 4 ragy, and 9" stands for 9;) - - - g9 N - - - 92N

DEeFINITION 2.2 (Sufficiently smooth functions) The set S of smooth functions is the set of functions
f € L>(w) such that, for any m > 0, there exists s > 0 (depending on f and m) so that f € W,’g‘f". The

subset S C S is composed of the functions with average zero with respect to u:

Sz{feé“/fduzo}.
&

Some of our results will be stated in the weighted Sobolev spaces H” (i) defined as
H" () = {f € () |Vr e N*™, 1] <m, 3'f € L (),

endowed with the norm

W Wy = NtllZzgy + D= 197F 172
VGNZ[]N
I<[ri<m
Note that W,"é;oo C H"(w) since the function K, is in L>(w). We will also occasionally need the Sobolev
spaces H" (x) of functions of the p variable only whose derivatives up to order m are square-integrable
with respect to the probability measure « (dp).

Unless stated otherwise, all the operators appearing below are by default considered as operators
defined on the core S, with range contained in S. Some results are stated on extensions of the operators
under consideration to (sub)spaces of H Y(w) or Lﬁ. With some abuse of notation, we will denote the
extension of operators by the same letter. The appropriate domain of the operators should always be
clear from the context. When an operator 7 is defined on the core S, we denote by T* its formal adjoint,
which is the operator defined on S such that, for all (f, g) € S2,

(-T2 = /g f(q.p) (Tg)(q,p) n(dgdp) = /g (T*f)(q.p) &(q.p) n(dgdp) = (T*f, g)12()-

When T is a differential operator with smooth coefficient (which will be the case in many situations
here), the action of the formal adjoint is found using integration by parts.

2.1 Properties of equilibrium Langevin dynamics

Langevin dynamics can be seen as Hamiltonian dynamics perturbed by an Ornstein—Uhlenbeck process
in the momenta with friction coefficient y > 0:

dg, :M’lp[ dz,

0 2.1
dpi=—=VV(g)dt —yM~'p;di + % dw,, ey
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where W, is a dN-dimensional standard Brownian motion and M is the mass matrix of the system.
We assume that the mass matrix is diagonal: M = diag(m 14, . . ., myly), so that momenta are Gaussian
random vectors under the canonical measure, with unit covariance, and hence the components of p are
very easy to sample. Note that we formulate here the dynamics using friction forces proportional to the
velocity of the particles.

The existence and uniqueness of strong solutions is guaranteed when the position space is compact
since the kinetic energy function 1 + |p|? is a Lyapunov function; see, for instance, Rey-Bellet (2006,
Theorem 5.9). We will sometimes denote by (g, ;, p, ;) the solution of this equation to emphasize the
dependence on the friction coefficient.

In order to describe more conveniently splitting schemes, it is useful to introduce the elementary
dynamics with generators (defined on the core S)

1
A=M""'p-V,, B=-VV()  V,, C=—M_1p-Vp+EAp. (2.2)

The generator £, for equilibrium Langevin dynamics (2.1), defined on the core S, is the sum of the
generators of the elementary dynamics:

L,=A+B+yC,
where £y = A + B is the generator associated with the Hamiltonian part of the dynamics. The invariance

of the canonical measure p defined in (1.2) for the Langevin dynamics can be rewritten in terms of the
generator £, : for any test function ¢ € S,

/ L,pdu=0. 2.3)
£

In fact, the operators A + B and C separately preserve . Recall also that, owing to the compact embed-
ding of

H'(x) N Ker(r) = {f eH'(k)

/ FPIcdp) =0}
RdN

in L2 (k) N Ker(m), it is easy to show that the operator C~! is compact and positive definite on L?(k) N
Ker(r). It is also easy to check that

where, we recall, the adjoints are formally defined as operators on S through integration by parts. Note
that the formal adjoint

Ly =—A+B)+yC (2.4)

defined on S has an action quite similar to the action of the generator £, defined on S. Func-
tional estimates valid for (extensions of) £, will therefore also hold for (extensions of) the formal
adjoint of this operator. The equality (2.4) expresses the reversibility up to momentum reversal of the
Langevin dynamics with respect to the invariant measure p (see the discussion in Lelievre et al., 2010,
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Section 2.2.3). In particular, introducing the bounded, unitary operator on L?(i),

(Re)(q,p) = ¢(q, —p), (2.5)

(2.4) can be reformulated RL, R = L.

2.1.1 Ergodicity results. The ergodicity of the Langevin dynamics for y > 0, understood either as
the almost sure convergence of time averages along a realization of the dynamics, or the long-time
convergence of the law of the process to w, is well established; see, for instance, Mattingly et al.
(2002), Talay (2002) and Cances et al. (2007) and references therein. These references rely on the
use of Lyapunov functions, following strategies of proofs pioneered in the Markov Chain commu-
nity (see Meyn & Tweedie, 2009), although alternative proofs relying on analytical tools exist (see
Rey-Bellet, 2006; Hairer & Mattingly, 2011). In any case, the evolution semigroup can be given a
meaning in a weighted L*>-space, and the measure p is the unique invariant measure of the dynam-
ics. This property can be translated as Ker(£, ) = C1.

An alternative way to prove the long-time convergence of the law of the process is to use subelliptic
or hypocoercive estimates as studied in Talay (2002), Eckmann & Hairer (2003), Hérau & Nier (2004),
Hairer & Pavliotis (2008) and Villani (2009). An important result of hypocoercivity in this case is that
there exist K, A,, > 0 such that the semigroup e'Lv, defined on the core S , can be extended to a bounded
operator on an appropriate subspace of H'(1):

e || sy < Ky e, (2.6)

[

of the Hilbert space H'(w) is endowed with the norm ||u||i,1w) = IIMIIiZ(M) + ”Vp””il(u) + IIunHiz(m,

where the subspace

H'=H'(w)\Ker(L,) = {u eH'(w)

and || - || g1y is the operator norm on H'. A similar bound holds for ¢’“+. In particular, the operators
L, and £; are invertible on H', and

_ K
12, lisoey < 3 2.7)
Y

Note also that the same bound holds for (E’;)‘l.

For unbounded position spaces, the potential V has to satisfy some assumptions for (2.6) to hold
(such as a Poincaré inequality for e #V), but these assumptions are trivially satisfied when the position
space is compact, as is the case here. An important issue is the dependence on y of the constants K, A,,,
or at least the dependence on y of the resolvent norm ||£; Ul Bex)- This is made precise in the results
presented below in Sections 2.1.2 and 2.1.3.

Before presenting these asymptotic estimates, let us first recall that a careful analysis of the proof
presented in Talay (2002), as provided by Kopec (2013), allows us to prove the following result.

THEOREM 2.3 The space S is stable under C;l and (E’;)’l.

This result is of fundamental importance in our proofs. It allows us to state that if the operators
Ty,...,Ty are well-defined operators from S to S, then the operator E; 1TML; L L; ITIE;l also is

a well-defined operator from Sto 8.
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2.1.2  Hamiltonian limit y — 0. When y =0, Langevin dynamics reduces to the Hamiltonian
dynamics, whose generator A 4 B has a kernel much larger than Ker(£L, ) = C1. It is therefore expected
that the operator norm of E;l diverges as y — 0. The rate of divergence is made precise in the following
theorem, summarizing the results from Hairer & Pavliotis (2008, Theorem 1.6 and Proposition 6.3).

THEOREM 2.4 (see Hairer & Pavliotis, 2008) Denote by || - |10y the operator norm on the subspace

/udu:O} 2.8)
g

of the Hilbert space L?(j1). There exist two constants c_, ¢, > 0 such that, for any 0 < y < 1,

HO = {u eL*(n)

C_ 1 Cy
— <L, By < —-
Y Y

We state the result with the upper bound y < 1, but it holds in fact for 0 < y < ymax for any finite
value ymax > 0. Note also that the same bound holds for (E;‘,)‘l.

2.1.3  Overdamped limit y — 4+00. The overdamped limit can be obtained by either letting the fric-
tion go to infinity in (2.1) together with an appropriate rescaling of time; or by letting masses go to 0.
When discussing overdamped limits in this article, we will always set the mass matrix M to identity and
consider the limit y — +o0. Since we restrict our attention to the invariant measure of the system, the
time rescaling is not relevant.

Let us describe more precisely the convergence result. It is shown in Lelievre er al. (2010,
Section 2.2.4), for instance, that the solutions of (2.1) observed over long times, namely (g, s, Py ys)s>0,
converge pathwise on finite time intervals s € [0, 7] to the solutions of overdamped Langevin dynamics

dQ, = —VV(Q,) dr + \/g aw,, (2.9)

with the same initial condition Qy = ¢, o. The process (2.9) is ergodic on the compact position space
M, with unique invariant probability measure 7z(dg) defined in (1.5). Its generator

1
Loa=—-VVi(g) - Vq + EAqa

defined on the core S NKer()=C>®(M), is an elliptic operator which is symmetric on L?(f),
with compact resolvent (see, for instance, the discussion and the references in Lelievre et al., 2010,
Section 2.3.2). It is easy to see that the inverse operator E(jvld can be extended to a bounded operator
from

A" () = {goeH"’(u) ’/ <pdu=0}
M

to H"2(x). Let us finally mention that the set of C°°(M) functions with average zero with respect to 7t
is of course stable with respect to E;,ld.

The following result gives bounds on the resolvent of the Langevin generator in the overdamped
regime, and in fact quantifies the difference between the resolvent C;l and the resolvent ﬁ;vld appropri-

ately rescaled by a factor y.
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THEOREM 2.5 There exist two constants ¢_, ¢, > 0 such that, for any y > 1,
ey <L By <cevy. (2.10)

More precisely, there exists a constant K > 0 such that, for any y > 1,

1L, =y Loym — P VLo + Loym(A+ B)CT (1d — 1) |5y < =

(2.11)
L) ™ =y Loym +p Vg Loy — Loy (A +B)C™ 1d — 1) [y < =,

RN <I=

where the operator 7 is defined in (1.6), and (C~'v/)(g, p) is understood as applying the operator C~!
to the function v/ (g, -) € L?(«) for all values of g € M.

Note that the function Egvldnf is well defined since, as f belongs to ', the function 7f has a
vanishing average with respect to 7z. The fact that £} (A + B)C~'(Id — ) is bounded on H' is
discussed in the proof of Theorem 2.5. An important ingredient in the proof is the following estimate,
which we call a uniform hypocoercivity estimate.

LEmMA 2.6 (Uniform hypocoercivity for large frictions) Consider the following subspace of H!:

Hi:{uGHl

u(g) = / u(g,p) k(dp) = O} .
RN
There exists a constant K > 0 such that, for any y > 1,

VieH 1L fllag <KW i

The proofs of Theorem 2.5 and Lemma 2.6 are provided in Section 4.1.

2.2 Splitting schemes for equilibrium Langevin dynamics

We present in this section the splitting schemes to be examined in this article. These schemes can be
described by evolution operators P,; defined on the core S (but which can be extended to bounded
operators on L*°(£)), and which are such that the Markov chain (¢", p"*) generated by the discretization
satisfies

Pa(q.p) =EW (@ .p"™) | (¢".p") = (¢.p)).

We also briefly give some ergodicity results obtained by minor extensions or variations of existing
results in the literature (see, in particular, Mattingly et al., 2002; Talay, 2002; Bou-Rabee & Owhadi,
2010; Bou-Rabee & Hairer, 2013). Since these ergodicity issues are by now a rather standard and
well-understood matter, especially for compact position spaces, we provide only elements of proofs
in Section 4.2.

2.2.1 First-order splitting schemes. First-order schemes are obtained by a Lie—Trotter splitting of
the elementary evolutions generated by A, B, y C. The motivation for this splitting is that all elementary
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evolutions are analytically integrable (see the expressions of the associated semigroups in (4.10)). There
are six possible schemes, whose evolution operators (defined on the core ) are of the general form

)

AP
PLYX = oAZ gAY parX

with all possible permutations (Z, Y, X) of (A, B, yC). For instance, the numerical scheme associated
with P57 is

P =pt = ATV (g,

qn+1 :qn + AthlﬁnH’

[ 2
pn+1 _ aAtanrl + 1 _IBaAtM Gn,

where o, =exp(—yM ~1Ar), and (G") are independent and identically distributed Gaussian random
vectors with identity covariance. The simulation of the dynamics with generator C is very simple for
diagonal mass matrix M since o, is a diagonal matrix. Note that the order of the operations per-
formed on the configuration of the system is the inverse of the order of the operations mentioned in
the superscript of the evolution operator Pi’f’yc when read from right to left. This inversion is known
as Vertauschungssatz (see, for instance, the discussion in Hairer et al., 2006, Section IIL.5.1). It arises
from the fact that the numerical method modifies the distribution of the variables, whereas the evolution
operator encodes the evolution of observables (determined by the adjoint of the operator encoding the
evolution of the distribution).

The iterations of the three schemes associated with P75 PEAYC pA7CE share a common

(2.12)

sequence of update operations, as for PVCA B PA b yC B ycA . More precisely, we mean that equalities
of the following form hold:

(PABVC)}’L — TAZ(PVC,AB)nflU Al U A[ZgyAtC, TAtzeAtA eAtB' (2'13)
At Y, Vs

It is therefore not surprising that the invariant measures of the schemes with operators composed in the
same order have very similar properties, as made precise in Theorem 2.13, relying on Lemma 2.12.

2.2.2  Second-order schemes. Second-order schemes are obtained by a Strang splitting of the ele-
mentary evolutions generated by A, B, y C. There are also six possible schemes, which are of the general

fOI'In
Z,Y XY, Z Y
P AIZ/2 AtY )2 JAtX AtY ]2 AtZ/2

with the same possible orderings as for first-order schemes. Again, these schemes can be classified
into three groups depending on the ordering of the operators once the elementary one-step evolution
is iterated: (i) PVCB’A ByC€ PA BYCBA. (i) PVC’A BAyC PB’A YEAB. and (iii) PZ’,VC’A’VC’B, PZ’Q/C’B’VC’A. We
discard the latter category, since the invariant measures of the assocmted numerical schemes are not
consistent with 7t in the overdamped limit (see Section 2.6).

2.2.3  Geometric Langevin algorithms. In fact, as already proved in Bou-Rabee & Owhadi (2010)
(see also Corollary 2.17), a second-order accuracy of the invariant measure can be obtained by resorting
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to a first-order splitting between the Hamiltonian and the Ornstein—Uhlenbeck parts, and discretizing
the Hamiltonian part with a second-order scheme. This corresponds to the following evolution operators
of Geometric Langevin Algorithm (GLA) type:

CAB C.BA.B
PZtA LA zeyAtC eAtA/Z eAtB eAzA/Z’ PZ[ zeyAtC eAlB/Z eAlA eAtB/Z

BAyC Y B.A,B,y C 1.
PA eAtA/Z eAtB eAtA/2e Atc’ P AtB]2 AtA AtB/2 }/Atc.

2.3 Ergodicity results for splitting schemes

Let us now give some technical results regarding the ergodic behaviour of the splitting schemes pre-
sented in Section 2.2. In this section, we denote the evolution operator by P, (suppressing the explicit
dependence on the friction parameter y, although the constants appearing in the results below depend
on this parameter). Ergodicity results for a fixed value of Ar are obtained with techniques similar to the
ones presented in Meyn & Tweedie (2009), by mimicking the proofs presented for certain discretization
schemes of the Langevin equation in Mattingly et al. (2002), Talay (2002) and Bou-Rabee & Owhadi
(2010). A more subtle point is to obtain rates of convergence which are uniform in the timestep At, as
done in Bou-Rabee & Hairer (2013) for a class of Metropolis—Hastings schemes based on a discretiza-
tion of overdamped Langevin dynamics in unbounded spaces as the proposal. We are able here to prove
such results by relying on the fact that the position space M is compact.

The proof is based on two preliminary results, namely a uniform drift inequality or Lyapunov con-
dition and a uniform minorization condition (see Section 4.2 for the proofs). The term uniform refers to
estimates which are independent of the timestep Az. To obtain such estimates, we have to consider evo-
lutions over fixed times T >~ nAt, which amounts to iterating the elementary evolution P4, over [T/ At]
timesteps (where [x] denotes the smallest integer larger than x).

LEmMMA 2.7 (Uniform Lyapunov condition) For any s* € N*, there exist At* >0 and C,, Cp > 0 such
that, for any 1 < s <s* and 0 < Ar < Ar,

P K <e SN + CpAL (2.15)

In particular, for any 7 > 0,

Cp At
P40 < exp(—C THK, + : b (2.16)

— = CaAt”
LEMMA 2.8 (Uniform minorization condition) Consider 7' > 0O sufficiently large, and fix any pp.x > 0.
There exist At*, o > 0 and a probability measure v such that, for any bounded, measurable non-negative
function f, and any 0 < Ar < Ar¥,

inf (P4 (q.p) > a /5 F(@.p) v(dg dp).

|PI<Pmax

Lemma 2.8 ensures that Hairer & Mattingly (2011, Assumption 2) holds for any choice of Lyapunov
function /C; (s > 1), provided py.y is chosen to be sufficiently large. The uniform minorization condition
can formally be rewritten as

Y(qo,po) € M % B(0,pmax),  Pai((q0,p0),dg dp) > av(dg dp).
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We present a direct proof of Lemma 2.8 in Section 4.2. Extending this result to unbounded position
spaces is much more difficult in general; see, for instance, the recent works of Klokov & Veretennikov
(2006, 2013) and Bou-Rabee & Hairer (2013), where nondegeneracy of the noise is assumed.

Let us now precisely state the ergodicity result.

ProposITION 2.9 (Ergodicity of numerical schemes) Fix s* > 1. For any 0 <y < 400, there exists
At* > 0 such that, for any 0 < At < Ar*, the Markov chain associated with P4, has a unique invariant
probability measure (1, ;, which admits a density with respect to the Lebesgue measure dg dp, and has
finite moments: There exists R > 0 such that, for any 1 < s < 5%,

/ Ky ity < R < +o00, @.17)
£

uniformly in the timestep Az. There also exist A, K > 0 (depending on s* and y but not on At) such that,
for all functions f € Lg , the following holds for almost all (¢,p) € &:

VneN, ‘(Pz,f)(q,p) - /gfduy,m <KK(q.p) e " If g, - (2.18)

Let us again emphasize that, compared with the results of Mattingly e al. (2002), Talay (2002)
and Bou-Rabee & Owhadi (2010), the only new estimate is the uniform-in-A¢ decay rate in (2.18) as
obtained in Bou-Rabee & Hairer (2013) for Metropolis schemes. These uniform estimates follow from
an application of the results of Hairer & Mattingly (2011) to the sampled chain P[AT,/ A (see Section 4.2
for more detail). Recall also that the convergence rates we obtain of course depend on the friction
parameter y.

An interesting consequence of the above estimates is that we are able to obtain obtain uniform
control of the resolvent of the operator Id — P 5, extended to appropriate Banach spaces. Such a bound
will prove useful to control approximation errors in Green—Kubo-type formulas (see Section 2.5). Note
indeed that the estimate (2.18) implies the operator bound

—inA
1P lBag ,) <Ke ™",

/I/fdl/«y,AtZO}~
&

The Banach space L 4, depends both on Az and y through w, 4, although the dependence on y is not
explicitly written. This proves that the series

on the Banach space

Lw={vely

+00
> P
n=0
is well defined as a bounded operator on LOKOS’ > and is in fact equal to (Id — PA,) ! since
+00

(Id — P4y Z P =1d.
n=0
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‘We also have the bound

K 2K

1
1(1d = Pa) s, ) < Z IPhllsaz, .0 < T 5 <o

n=0
provided At is sufficiently small. Let us summarize this result as follows.

CoROLLARY 2.10 For any s* € N*, there exist A" > 0 and R > 0 such that, for all 0 < s < s*, a uniform
resolvent bound holds: for any 0 < Ar < Ar¥,

<R. (2.19)

H Id PA,
B(LE, ,)

2.4 Error estimates for finite frictions

In this section, we study the error of the average of sufficiently smooth functions, which allows us to
characterize the corrections to the invariant measure. In Theorems 2.13 and 2.16 below, we characterize
all the first- and second-order splittings; the technique of proof allows us to provide a rigorous study
of the error estimates in the overdamped regime (see Section 2.6) and for nonequilibrium systems (see
Section 3).

REMARK 2.11 If only the order of magnitude of the correction is of interest, and not the expression of
the correction in itself, no regularity result with regard to the derivatives is required (see Bou-Rabee &
Owhadi, 2010), in contrast to situations where such corrections are explicitly considered, as in Talay
(2002), for instance.

2.4.1 Relating invariant measures of two numerical schemes. We classified in Section 2.2 the numer-
ical schemes according to the order of appearance of the elementary operators. More precisely, we con-
sidered schemes to be similar when the global ordering of the operators is the same, but the operations
are started and ended differently, as in (2.13) above (see also (2.20) for an abstract definition). This
choice of classification is motivated by the following lemma, which demonstrates how we may straight-
forwardly obtain the expression of the invariant measure of one scheme when the expression for another
one is given.

We state the result in an abstract fashion for two schemes P4, = Ua;Tx; and Q a; = T4, U 5, (Which
implies the condition (2.20) below). See (2.13) for a concrete example.

LEMMA 2.12 (Here and elsewhere: TU lemma) Consider two numerical schemes with associated evolu-
tion operators P 4;, Q o, bounded on L*>°(E), for which there exist bounded operators U ;, Tx; on L= (E)
such that, forall n > 1,

n o =TaPl U (2.20)

We also assume that both schemes are ergodic with associated invariant measures denoted, respectively,
by ip,ats 1o, For almost all (g,p) € € and f € L>(E),

nLirglooPth (q.p) = /5 fdupar, niigloo 0% f(q,p) = /g Sdug ar (2.21)
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Then, for all ¢ € L*(E),

/ pdugar= /(Um(/)) dup ar- (2.22)
£ £
Ergodicity results such as (2.21) are implied by conditions such as (2.18).

Proof. The proof of this result relies on the simple observation that, for a given initial measure p with
a smooth density with respect to the Lebesgue measure, the ergodicity assumption ensures that, for a
bounded measurable function ¢,

T n T n—1
/6 wdug,m—ngrpoo /5 oL dp—ngrpoo /5 TP (Unp) dp.

Now, we use the ergodicity property (2.21) with f replaced by U 4;¢ to obtain the following convergence
for almost all (¢,p) € &:

lim P4, (Uag)(q,p) = / Unp diipar = a;.
n—-+o0o £

Since Ty, preserves constant functions, there holds

/ Tai(and)dp =ax; / 1dp =au,
£ £
which finally gives (2.22). U

Let us now show how we will use Lemma 2.12 in the sequel. Assume that a weak error estimate
holds on the invariant measure /tp 4, there exist @ > 1 and a function f, € S such that

/ Y dupar= / Ydu + Ar* / Vo di + A 1y oo,
I £ £

with |1y o /| < K for At sufficiently small. Combining this equality and (2.22), the following expansion
is obtained for pp A;:

/ Yduwoa = /(UAHP) dppar = /(UAHP) du + Ar® /(Umlﬁ)fa dp + Ay e
£ £ £ £

In general, for an evolution operator U 4; preserving the measure i at order § > 1, we can write
Up=Id+ At Aj + -+ AP A5 + AP S5+ AP R ),

where all the operators on the right-hand side are defined on the core S, and the operators .4 preserve
the measure pu:

Vo €8, /Akgad;L:O,
€
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while the operator S5 does not. Typically, Ay is a composition of the operators A + B and C. In addition,
for a given function ¢ € S, the remainder R; ;¢ is uniformly bounded for At sufficiently small. Three
cases should then be distinguished:

(1) When § > o + 1, the weak error in the invariant measure (o 4, is of the same order as for ftp A,
since

/ Ydue =/ Ydu + A / Y fudpi + ATy s are
& £ €

(ii) For § <o — 1, the weak error in the invariant measure jp arises at dominant order from the
operator U y;:

/ Vvdpg = / ¥ dp+ AP / Y(SyD dp + AP Fy s ar
£ e €

(iii)) The interesting case corresponds to o = §. In this situation,

/ v d/,LQ = / vdu + Ar® / Y (fo + S:l) du + Al‘a+l;,/,,a,5,A[. (2.23)
& & &

An increase in the order of the error on the invariant measure is obtained when the leading-order
correction vanishes for all admissible observables v, that is, if and only if f;, + S¥1 =0.

2.4.2 First-order schemes. The following result characterizes at leading order the invariant measure
of the schemes based on a first-order splitting (see Section 2.2.1). We first study the error estimates in
the invariant measure of the schemes PZtC’B’A, PZ,C’A’B (which can be interpreted as GLA schemes with
a symplectic Euler discretization of the Hamiltonian part; see Bou-Rabee & Owhadi, 2010), and then
deduce error estimates for the four remaining schemes introduced in Section 2.2.1 by making use of
Lemma 2.12. The proof can be read in Section 4.4.

THEOREM 2.13 Consider any of the first-order splittings presented in Section 2.2.1, and denote by
Wy a:(dg dp) its invariant measure. Then, there exists a function f;, € S such that, for any function
v eS,

/5 V¥ (q,p) ty a(dgdp) = /5 V¥ (q,p) n(dgdp) + At /g V(g P)fi, (g, p) u(dgdp) + Afry,

(2.24)
where the remainder 7y, 4, is uniformly bounded for At sufficiently small. The expressions of the
correction functions f; ,, depend on the numerical scheme at hand. They are defined as

Liff P =—LA+B)g. glq.p)=pp"M™'VV(g),

C,AB A,B,yC BA,yC C,B.A
S = fRBrE = fPArE = _grOBA (2.25)

AyCB _ _fB,yC,A _fyC,B,A _
=i =Ji

1 8-

It would in fact be possible to obtain bounds on the remainder ry , s, With respect to ¥, owing to
functional inequalities given in Appendix A of Kopec (2013).
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REMARK 2.14 Equations (2.25) could be analytically solved if, instead of the fluctuation/dissipation
operator C, we were using the mass-weighted differential operator as in Leimkuhler & Matthews
(2013a):

T 1 2
CM:—p VP+EM:VP.

The corresponding generator £, » =A + B 4 y Cy defined on the core S is associated with Langevin
dynamics, where the friction force is proportional to the momenta rather than velocities. A simple
computation shows that

1
—;A+BR=L)y (’;v - g> .

The condition (2.25) would be replaced by £% ./ “** = —(4 + B)g/2, so that f{ “** = pv /2 — ¢ +

¢, where c is a constant ensuring that flyc’B’A has a vanishing average with respect to u.

2.4.3  Hamiltonian limit of the correction term. For first-order splitting schemes, the limit of the
leading-order correction term in (2.24) can be studied in the limit when y — 0. Not surprisingly, it turns
out that the leading-order correction is the first term in the expansion of the modified Hamiltonian of the
symplectic Euler method in powers of At. In contrast to the more complete proof we are able to present
for the overdamped limit (see Section 2.6), we were not able to study the behaviour of the remainder
terms 7y, 4, in (2.24). There is a technical obstruction to controlling these remainders from the way
we prove our results since the limiting operator £y = A + B is not invertible. Let us also mention that
studying the corresponding Hamiltonian limit for second-order schemes turns out to be a much more
difficult question (see Remark 2.18).

ProrosiTION 2.15 There exists a constant K > 0 such that, forall 0 <y <1,

}flyC,B,A _ EPTM71VV < K)/,
2 2w
with similar estimates for le’yC’A and le’A’yC; and
PIVC,A,B_F EPTM—IVV QK)/,
2 L

o : AyCB AByC
with similar estimates for f;7~" and ;"""

The proof of this result is provided in Section 4.5.

244 Second-order schemes. The following result characterizes at leading order the invariant
measure of the schemes based on a second-order splitting (see Section 2.2.2).

THEOREM 2.16 Consider any of the second-order splittings presented in Section 2.2.2, and denote
by wy.a/(dgdp) its invariant measure. Then, there exists a function f>, €S such that, for any
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function ¥ € S,

/g ¥ (q.p) iy, a(dgdp) = /g ¥ (q.p) n(dgdp) + A /8 V(g Py (q:p) k(dqdp) + At'ry , ar,

(2.26)
where the remainder ry ;, 4, is uniformly bounded for At sufficiently small. The expressions of the
correction functions f>,, depend on the numerical scheme at hand. They are defined as

1 B
Lyfy BB = HA+B [(A + ) g] . 8lq.p)=Bp"M~'VV(g),

2
1 A
L =~ A+ B) KB + 2) g} :
(2.27)
1
BT = AT 4 2(A + Big,
1
fZB,A,yC,A,B :fzyC,A,B,A,yC _ g(A +B)g.
It can be checked that the expressions of sz’A’VC’A’B and sz By CBA agree with the ones presented

in Leimkuhler & Matthews (2013a). Let us emphasize that no A7’ correction term appears in (2.26)
after the A term. In fact, a more careful treatment would allow us to write an error expansion in terms
of higher orders of Az, with only even powers of At appearing.

The proof of this result is given in Section 4.6. We use as reference schemes for the proofs the
schemes P-4 PAYC prOBABYC Thege schemes indeed turn out to be particularly convenient to study
the overdamped limit.

The results from Theorem 2.16 allow us to obtain error estimates for the so-called GLAs introduced
in Bou-Rabee & Owhadi (2010). Recall the somewhat surprising result that the error in the invariant
measure of the GLA schemes is of order A#” for a discretization of order p of the Hamiltonian part,
even though the weak and strong orders of the scheme are only one. The following result complements
the estimate given in Bou-Rabee & Owhadi (2010) by making precise the leading-order corrections to
the invariant measure of the numerical scheme with respect to the canonical measure (see the proof in
Section 4.7).

CoroLLARY 2.17 (Error estimates for GLA schemes) Consider one of the GLA schemes defined
in (2.14), and denote by j, a(dgdp) its invariant measure. Then, there exist functions f>,,f3, € S
such that, for any function ¢ € S,

/5 ¥ (q,p) ty a(dgdp) = /5 ¥ (q.p) n(dgdp) + A /g ¥ (g, p)f2.y (g, p) (dgdp)

+ AP /5 V(. Py (q.p) (dgdp) + At*ry , ar, (2.28)

where the remainder 7y ,, 4, is uniformly bounded for At sufficiently small. The expressions of the
correction functions f>,, and f3,, are

yC.ABA _fVC,A,BA,VC
=2

yC.A,BA Y ~,yCABA
2 f3 = ——= Cf

272 ’

)
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yC.B,A,B yC.B,A,ByC yC.B,A,B Y ~,yC.BAB
Ne 2 =1 2 > f3 == E Cf. 2 :

Note that the leading-order term of the error is the same as for the corresponding second-order
splitting schemes. The next-order correction (of order Af’) vanishes for functions v depending only on
the position variable g.

REMARK 2.18 (Hamiltonian limit of the correction functions f>,,) Proving a result similar to Propo-
sition 2.15 for second-order splitting schemes or GLA schemes, turns out to be much more difficult,
although we formally expect that the limit of />, as y — 0 is the first-order correction of the modified

Hamiltonian constructed by backward analysis. From (2.27), it should indeed be the case that f;’ CRAByC

converges to
1 B
B,A.B
- (a+2)s
2 12 < * 2) &

Moreover, as we already mentioned before Proposition 2.15, we are not able to uniformly control
remainder terms in the error expansion (2.26) as y — 0.

2.5 Numerical estimation of the correction term

The results of Section 2.4 show that the leading-order correction terms for the average of an observ-
able ¢ € S can be written as

/ v (q.p)fy (g, p) (dg dp), (2.29)
£
where the function f,, € S is the solution of a Poisson equation

Lify =gy, (2.30)

the function g, € S depending on the numerical scheme at hand (the fact that fy € S is a consequence
of Theorem 2.3). It is in general impossible to analytically solve (2.30), and very difficult to numeri-
cally approximate its solution since it is a high-dimensional partial differential equation. It is, however,
possible to rewrite (2.29) as an integrated correlation function, a quantity which is amenable to numer-
ical approximation. This is a standard way of computing transport coefficients based on Green—Kubo
formulae; see the summary provided in Section 3.1. It provides here a way to compute the first-order
correction in the perfect sampling bias with a single simulation (as an alternative to Romberg extra-
polation, which requires at least two simulations at different timesteps; see Talay & Tubaro, 1990).

2.5.1 Error estimates. The approach we follow is based on the following operator identity (which
makes sense in 7!, for instance, in view of (2.6))

+00
ﬁ;l = —/ e“r dt.
0

/g (@), du = E(W (G p)gy (d0.p0)).

Since
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where the expectation is taken over all initial conditions (g, po) distributed according to © and over
all realizations of equilibrium Langevin dynamics (2.1), the leading-order correction term (2.29) can be
rewritten as

+00
/g ¥ (q,p)fy (g, p)u(dgdp) = — /0 EW (g1, p) gy (g0, Po)) dt. (2.31)

The following result (proved in Section 4.8) shows how to approximate quantities such as (2.31) up to
errors O(Ar*), when the invariant measure of the numerical scheme is correct to terms of order O(Ar*)
(as discussed in Section 2.4). The fundamental ingredient is the replacement of the observable v by
some modified observable, in the spirit of backward analysis. Let us emphasize that we do not require
the numerical scheme to be of weak or strong order p in itself. For instance, GLA schemes are only
first-order correct on trajectories (as proved in Bou-Rabee & Owhadi, 2010), but nonetheless may have
invariant measures which are very close to u. To somewhat simplify the notation and state our result
in a more general fashion since it can be used in other contexts than Langevin dynamics (see Fathi
et al., 2014 for an application to Metropolis—Hastings schemes), we do not denote explicitly all the
dependencies on y, although the reader should keep them in mind.

THEOREM 2.19 Consider a numerical method with an invariant measure 4, having bounded moments
at all orders (i.e., (2.17) is satisfied) and such that, for ¥ € S,

/ Vdua = / Vdu + At"ry (2.32)
£ £

where the remainder ry 4, is uniformly bounded for Af small enough. Suppose in addition that its
evolution operator P, is such that, for any ¢ € S,

Id — Pa; a—1 ap
- Tl/f=£y1/f+AtSll/f+-~+At Sa—1¥ + At*Ry A, (2.33)
where S1v¢,...,S,1V, ka,A,w € S and there exists s > 0 such that the remainder RMA,I/I is uniformly

bounded in Lig for At sufficiently small. Assume finally that P4, satisfies the uniform ergodicity con-

dition (2.18) (hence (2.19) holds). Then, the integrated correlation of two observables ¥, ¢ € S can be
approximated by a Riemann sum up to an error of order A¢:

+o0 +0o
/ E( (1 p)@(qo-po)) dt = At > Ex(Fara(q".pMe(q" p") + ALY, (2.34)
0 n=0
where rﬁ;“’ is uniformly bounded for Ar sufficiently small, the expectation E , is over all initial condi-

tions (go, po) distributed acc0r~ding to 1t 4, and over all realizations of the Markov chain induced by P 4,,
and the modified observable ¥/ 4, , € S reads

Vare =Vare — / Vara dian  Vara=Ad+ AtS L+ + A8, 1 L)Y
£

The assumptions of this theorem are satisfied for the splitting schemes considered in this article (see
the comment after (4.15) for the boundedness of the remainder Ra, AW,

In the particular case o = 2, which is in fact the most relevant one from a practical viewpoint, it is
possible not to modify the observable ¥ when the discrete generator is correct at order 2 (see (2.35)
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below for a precise statement), upon considering a time discretization of the integral which leads to
errors of order Af?, for instance a trapezoidal rule. The following result is obtained by an appropriate
application of Theorem 2.19 (see Section 4.8 for the proof).

COROLLARY 2.20 (Trapezoidal rule for second-order schemes) Consider a numerical scheme satisfying
the assumptions of Theorem 2.19, and whose discrete generator is in addition correct at order 2: for any
Y eSs,

Id Pa

v —— =Y =LY+ £2w+Ar2RA,¢ (2.35)

Then, for two observables ¢,V € S,

+o0
/ E(¥ (g5, p)9(do. po)) di
0

+00

—EA,wM(q P9’ ") + Ay EaWao(d"pe(d’p") + APELE, (2.36)

n=1

v

where r'})¥ is bounded for At sufficiently small and

Yao=v — /g Y dia.

2.5.2  Numerical approximation. There are two principal ways to estimate the expectations in (2.34)
or (2.36), using either several independent realizations of the nonequilibrium dynamics or a single, long
trajectory; see, for instance, the discussion in Tuckerman (2010, Section 13.4). When K independent
realizations (g™, p"*) are generated for Ni., timesteps each, starting from initial conditions distributed
according to u 4, the expectation in (2.34) may be approximated using empirical averages of the corre-
lation functions as

K Nier

7 KNm § ,
ZZ[M (@™ p™) = WA 1p(g™  p*h),

k=1 n=0

where o =1 and 4, = for first-order splittings; while o =2 and ;0 = (1 + AtL, /2)y for

second-order ones since S| = Lf, /2 for the schemes presented in Section 2.2.2 (see, for instance, (4.22)).
MsNi(er

The empirical average ¥ ,,;," reads
1 K Nl‘el'
lI/M’N“e’ _ wA (an n, k)
AT K(1 4+ Nier) ,; Z; .

This formula highlights the other errors arising from the discretization: (i) a statistical error related to
the finiteness of K and to the fact that initial conditions are obtained in practice by subsampling a single,
long trajectory; (ii) a truncation error related to the finiteness of Nj,.
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F1G. 1. Left: The error in the value of the integrated velocity autocorrelation function is compared at a number of timesteps
when computed using a Riemann sum or the correction term provided in (2.34). The result from computing the integral using
the trapezoidal rule is also shown. Right: The error in the computed average of total energy is plotted, with the correction term
computed using the same stepsize demonstrating the practical application of the method. We can test the validity of (2.26) in
principle by computing the correction more accurately at a smaller timestep in a separate simulation; this result is labelled as the

‘exact correction’. All results are computed using the scheme associated with PZ[C‘B’A'B’VC with =y =1.

2.5.3 Numerical illustration. We illustrate the convergence results (2.34) and (2.36) for a simple
two-dimensional system. We define ¢ = (x,y) € M = (2n T)2, and consider the potential

V(g) =2cos(2x) 4 cos(y).

The inverse temperature is fixed to =1 and we consider a trivial mass matrix M =1Id with unit
friction ¥ = 1. Trajectory data are taken from 10° independent runs of fixed time interval 2 x 108,
with the aim to compute the integral of the velocity autocorrelation function, which corresponds to
¥ (q.p) = ¢(q.p) = M~'pin (2.34). Using the second-order P/S**#7 € scheme, applying the appropri-
ate correction function (2.36) gives the predicted order A#? result, while the standard Riemann approx-
imation has errors of order At. In the numerical results in Fig. 1, the corrected approximation gives
marginally better results than the trapezoidal rule (though of the same order) due to additional higher-
order terms being included.

Let us now numerically confirm the error estimates (2.24-2.28). More precisely, we show that, pro-
vided the leading correction term (2.29) is estimated by discretizing (2.31) using (2.36) and subtracted
from the estimated result, canonical averages are estimated up to errors of order A¢* for second-order
splittings instead of Az*> without the correction. We use the same trajectory data as above to approximate
the canonical average of the total system energy H. We test the effectiveness of the correction both in
practice and principle, by computing the observed average and correction term in the same simulation
in the former case, while computing a more accurate correction term independently in the latter case
(using a smaller timestep A7 = 0.1). The results are shown in the right panel of Fig. 1.

2.6 Overdamped limit

We study in this section the overdamped limit y — 400, assuming that the mass matrix is M = Id. We
first study the consistency of the invariant measures of limiting numerical schemes in Section 2.6.1,
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before stating precise convergence results for second-order splitting schemes in Section 2.6.2. Ulti-
mately, we relate in Section 2.6.3 the overdamped limit of the correction terms obtained for finite y to
the correction obtained by directly studying the overdamped limit.

2.6.1 Overdamped limits of splitting schemes. The only part of the numerical schemes where the
friction enters is the Ornstein—Uhlenbeck process on momenta. The limit y — 400 for A7 > 0 fixed
amounts to resampling momenta according to the Gaussian distribution «(dp) at all timesteps. For
instance, the numerical scheme associated with the evolution operator Pyc BABYC reduces to

n+l _ n _ Atzvv n At n
q q 7 VVig) + N G",
where (G") are independent and identically distributed Gaussian random vectors with identity covari-
ance. This is indeed a consistent discretization of the overdamped process (2.9) with an effective
timestep & = Ar*/2, and the invariant measure of this numerical scheme is close to fi. Other schemes
may have nontrivial large friction limits and invariant measures close to 7. This is the case for the
scheme associated with the evolution operator PBA ¥ CAB , for which the limiting discrete dynamics
reads (see Leimkuhler & Matthews, 2013a)

q¢'=q"— A—IQVV@OH (G° +G",
4 2f
2

n+1 n Ar n
9" =q ——VV(q)Jr2

5 (G"+G"Y, forn>0.

[

Note that (¢") is not a Markov chain due to the correlations in the random noises.

On the other hand, the limits of the invariant measures associated with certain schemes are not
consistent with the canonical measure . This is the case for the first-order schemes, as well as the
second-order splittings listed in item (iii) in Section 2.2.2. For instance, the limit of the scheme associ-

ated with P, CAB reads
At
+1 n n
97 =4"+ —=G".
VB
The invariant measure of this Markov chain is the uniform measure on M, and is therefore very different
from the invariant measure 7t of the continuous dynamics (2.9) (it amounts to setting V = 0). As another

example, consider the limit of the scheme associated with PVC BA,

At
g =¢"— APVV () + —= G".
VB

This is the Euler-Maruyama discretization of (2.9) with an effective timestep 4 = Af?, but an inverse
temperature 2 rather than §.

2.6.2 Rigorous error estimates. The following result quantifies the errors of the invariant measure
of second-order splitting schemes of Langevin dynamics for large values of y. We restrict ourselves
to the second-order splittings where the Ornstein—Uhlenbeck part is either at the ends or in the middle
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(categories (i) and (ii) in Section 2.2.2). From a technical viewpoint, we are able here to bound remainder
terms uniformly in y by relying on the properties of the limiting operator Eovld The result we obtain is
the following (see Section 4.9 for the proof).

THEOREM 2.21 Consider any of the second-order splittings presented in Section 2.2.2, denote by
My .4(dgdp) its invariant measure, and by i, »,(dg) its marginal in the position variable. Then, there
exists a function f5 oo =f2.00(q) € C* (M), with average zero with respect to 1, such that, for any
smooth ¥ =¥ (¢) € C*(M) and y > 1

/ W(Q)ﬁy,m(d@:/ wdﬁ-i-ﬂtz/ V froo it + 1y y
M M M

where the remainder is of order Az* up to terms exponentially small in y Az. More precisely, there exist
constants a, b > 0 and ¢ > 0 (all depending on 1) such that

17y yail <aAt* +be= 74

The expression of f », depends on the numerical scheme at hand:

1
ﬁg“ﬂ“ﬁﬁ=gGﬂAV+ﬁWVF+a@w,cmv=/)AVﬁﬂ=ﬂ/ IVV[drz.
M M

AB,yC.BA

1
o0 (@) =—g(AV —apy), (2.37)

1
.&?@”%@=§MV—MVW%

B,A CA.B
e =

The real number agy ensures that all functions f> ., are of average zero with respect to 1. Two
comments are in order. Note first that the result is stated for observables which depend only on the
position variable g since the limiting case y — +o00 corresponds to a dynamics on the positions only.
Anyway, there is no restriction in stating the result using such observables since, as already discussed
in the introduction, the error on the marginal in the position variables is the relevant error, momenta
being trivial to sample exactly under the canonical measure. Secondly, let us emphasize that the A
correction term vanishes for the method associated with PB’A yCAB (as already noted in Leimkuhler &
Matthews, 2013a). This means that the corresponding dlscretlzation of overdamped Langevin dynamics
(formally obtained by setting ¥ = +00) has an invariant measure which is correct at second order in the
effective timestep h = A7 /2.

2.6.3 Overdamped limit of the correction terms. In order to relate the convergence result from
Theorem 2.21 to the error estimates from Theorem 2.16, we prove that the limits of the correction
functions f>,, as y — 400 agree with the functions defined in (2.37) (see Section 4.10 for the proof).
This can be seen as a statement regarding the permutation of the limits y — 400 and At — 0 for the
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leading correction term, namely, for a smooth function ¥ = ¥ (q) € C* (M),

. . 1 _ _ . N _ _
im i e (v = [ )= i gim (f vam- [ var)

=1m1/'wwﬁnmz
M

y—>+00

=/;wﬁmdﬁ

The precise result is the following proposition.

PropoSITION 2.22 There exists a constant K > 0 such that, forall y > 1,

N

1
’ch’“’&yc — —(<2AV + BIVV + azy)
8 H'()

1
P{"B*VC*B’A —g(-24V+ BP (V2V)p +agy)

N
XIXN IR RI®R =X

H' (1)

N

1
}H“w“‘—SMV—ﬁww%

H' (1)

N

1
ﬁ“ﬂﬁf—(AV—mﬂvwm)
8 H' (1)

where the constant ag y is defined in (2.37).

Note that, as expected, the averages with respect to « (dp) of the above limiting functions coincide
with the functions f> o, given in (2.37), that is, f>;, =fr00 + oy~ h.

Let us also mention that the overdamped limit of the correction function fi, for first-order splittings
is not well defined. This is not surprising since the invariant measures of the corresponding numerical
schemes are not consistent with 1, as discussed in Section 2.6.1. For instance, combining (2.11) and the
expressions of the correction functions (2.25), we see that there exists a constant K > 0 such that

<K, (2.38)
H'(w)

ovd

}flyc’B’A + %E_l Lovd,MV

where the operator

1
Loway =—M"'VV -V, + EM V2,

defined on S, is the generator of the overdamped Langevin dynamics with nontrivial mass matrix:

1 2 —-1/2
dg, = —-M~'VV(q,) dt + EM aw,.



THE COMPUTATION OF AVERAGES IN LANGEVIN DYNAMICS 39

Note that, when M =1d, the solution can in fact be analytically computed as f,’/C’B’A =—-ByV+

pTVV)/2. In any case, (2.38) shows thatflyc’B’A diverges as y — +o0.

3. Nonequilibrium dynamics and the computation of transport coefficients

We discuss in this section the numerical estimation of transport properties such as the thermal conduc-
tivity, the shear stress, etc. (see Evans & Morriss, 2008; Tuckerman, 2010 for general physical presen-
tations of the computation of transport coefficients, and Stoltz, 2012, Section 3.1 for a mathematically
oriented introduction).

We consider the prototypical case of the estimation of the autodiffusion coefficient. In this situation,
it is relevant to consider a nonequilibrium perturbation of standard equilibrium Langevin dynamics,
where some external forcing arising from a constant force F € RV is imposed on the system:

dg,=M""p, dt,

_1 2y (3.1)
dp;=(—=VV(g) +nF)dt — yM~'p,dt + F dw.,.
We defined by ~
L=F-V,

the generator of the perturbation (considered as an operator on L*(1), with core S). Note that the con-
stant force F' does not derive from the gradient of a smooth function defined on M. (It would indeed
seem that this force derives from —F"g, but this potential is not periodic.) Therefore, the expression of
the invariant measure is unknown, but can be nonetheless obtained as an expansion in powers of 7 when
the magnitude of the forcing is sufficiently small (see Section 3.1). The effect of the force is to create a
nonzero average velocity in the direction of F. The magnitude of the average velocity is a property of
the system under consideration. For small forcings, it is linear in 1, with a constant of proportionality
called the mobility (see the definition (3.3) below), related to the autodiffusion coefficient through (3.6).

REMARK 3.1 As shown in Joubaud ef al. (2015), it is possible to consider more general forcing terms
F(g) which do not derive from the gradient of a periodic function. A popular example is provided by
shearing forces where the particles experience a force in some direction, whose intensity depends on
the coordinates of the system in another direction.

We will also be interested in the overdamped limit of the nonequilibrium dynamics (3.1), which
reads

dg: = (=VV(g,) + nF)dt + \/g aw,. (3.2)

The generator of this dynamics is Loyq + n/fovd with Eovd =TI -V, (all operators being defined on the
core S). In this case, the physically relevant response turns out to be the average force —F - VV exerted
in the direction F'.

3.1 Definition of transport coefficients

Following the strategy advertised in Rey-Bellet (2006) (using the kinetic energy as a Lyapunov func-
tion), it is easy to show that the dynamics (3.1) has a unique invariant probability measure ., ,(dg dp)
with a smooth density with respect to the Lebesgue measure for any value of n € R. The mobility vr,
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is defined as the linear response of the velocity in the direction F as the magnitude of the forcing goes
to 0:

1 B
vey =lim — [ F'M~'pu, ,(dgdp). (3.3)
n—0 n.Je

From linear response theory (see, for example, the presentation in Stoltz, 2012, Section 3.1, and the
short summary provided in Section 4.11), it can be shown that

VEy = / F™™ ™ 'pfory(q.p) n(dqdp),  Lifor, =—L1=—BF'M'p. (3.4)
&

The mobility can therefore be rewritten as the integrated autocorrelation function of the velocity in the
direction F:

+o00
vr, =P /0 E[(F™M ~'p)(F™M ' po)1 dt, (3.5)

where the expectation is over all initial conditions (qg,po) distributed according to u and over all
realizations of the equilibrium Langevin dynamics (2.1). From this relation, it is easily seen that the
mobility in the direction F is related to the autodiffusion coefficient

E[(F - (¢: — 90))*]

Dry = i, =%, 39)
as
l)pyy = ﬂDF,y .

In practice, the two most popular ways of estimating a transport coefficient rely on the Green—Kubo
formula (3.5) and the linear response of nonequilibrium dynamics in their steady states (3.3). Since the
error estimates for Green—Kubo-type formulas have already been discussed in Theorem 2.19, we will
restrict ourselves in the sequel to the analysis of the numerical errors introduced by nonequilibrium
methods.

3.1.1 Overdamped limit. The overdamped limit of the mobility vr,, is studied in Hairer & Pavliotis
(2008), where the authors consider the autodiffusion coefficient Dy ,,. First, it is easily shown that the
overdamped dynamics (3.2) admits a unique invariant probability measure, which we denote by 1z, (dg).
The mobility for the overdamped dynamics (3.2) is defined from the linear response of the projected
force —F - VV as

vr=li l _FT - _ T —1 T —
5 = lim 'YV, =B | F'VV@LLETVV(@)idg). 37
n—0n M M

The derivation of this formula is very similar to that leading to (3.3). The following result summarizes
the limiting behaviour of the mobility as the friction increases (recall that we set mass matrices to
identity when studying overdamped limits).

LEMMA 3.2 There exists K > 0 such that, for any y > 1,

lyvey —F — IFIP| <

<=
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This result is already contained in Hairer & Pavliotis (2008), but we nonetheless provide a short
alternative proof in Section 4.11.2 (see Remark 4.4 for a more precise comparison of the results). It
shows that, in the overdamped regime y — 400,

FP>+7v 1
vy < FPHTE <2> (3.8)
12 Y

which suggests to estimate vr,, using the linear response of FTVV for large frictions, since this quantity
is expected to be a good approximation of vy — instead of relying on the standard linear response
result (3.3), for which the response is of order 1/y, and is hence difficult to reliably estimate. Error
estimates on the numerical approximation are deduced from (3.11).

3.2 Numerical schemes for the nonequilibrium Langevin dynamics

We present in this section numerical schemes approximating solutions of (3.1). These schemes reduce to
the schemes presented in Section 2.2 when 1 = 0. Since the aim is to decompose the evolution generated
by £, + nL into analytically integrable parts, there are two principal options: either replace B by

or replace C by C + nL. However, the schemes built on the latter option do not perform correctly in
the overdamped limit, since their invariant measures are not consistent with the invariant measures of
nonequilibrium overdamped Langevin dynamics (3.2). More precisely, consider, for instance, the first-

ByC+nl )
order scheme generated by Py>7 15 = gAiA ¢A1B A1yCH+nL) i the case when M = Id:

qn-‘rl zqn + Alpn,
Pt =pt = ArvV(gh,

2
pn+1 =05At[~)n+1 + 1 —ay, nF + 1 —’BOlAan,
Y \/

where « 4, is defined after (2.12), and (G") is a sequence of independent and identically distributed Gaus-
sian random vectors with identity covariance. As y — 400, a standard Euler—Maruyama discretization
of the equilibrium overdamped Langevin dynamics (i.e., n = 0) is obtained, whereas we would like to
obtain a consistent discretization of nonequilibrium overdamped Langevin dynamics (3.2). We therefore
instead consider schemes obtained by replacing B with B + nL, such as the first-order splitting

B+nLyC F
PZ; nLyC _ LA AtB+nL) eyAtC’

or the second-order splitting

PZC,BJrnLN,A,BJrnL‘,C — oV AIC/2 JABNL)[2 JAIA JAIB+1L)[2 Ly AC/2
) = .
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The numerical scheme associated with the first-order splitting scheme P‘Z’,B talyC

anrl :qn + Alpn,
Pt =pt+ A =VV(g") 4+ nF),

2
er—l :aAlpn-H + l% G,

indeed is, in the limit as y — +00, a consistent discretization of the nonequilibrium Langevin dynamics
(3.2), and its invariant measure turns out to converge to the invariant measure of (3.2) in the limit
At — 0.

Following the method of proof of Proposition 2.9, it can be shown that there exists a unique invariant
measure (i, , A, for the corresponding Markov chain. The crucial point is that the gradient structure of
the force term is never used explicitly in the proofs since we rely solely on the boundedness of the
force, so that we are able to obtain convergence results and moment estimates that are independent of
the magnitude 7 of the forcing term, provided 7 is in a bounded subset of R. We denote below by P, ; 4
the evolution operator associated with the numerical schemes.

PropPosITION 3.3 (Ergodicity of numerical schemes for nonequilibrium systems) Fix s* > 1 and n* > 0.
For any 0 < y < +00, there exists Ar* such that, for any 0 < At < Ar* and n € [—n*, n*], the Markov
chain associated with P,, ; 4, has a unique invariant probability measure /i, , A;, Which admits a density
with respect to the Lebesgue measure dg dp, and has finite moments: There exists R > 0 such that, for
any 1 <s < 5%,

/ Ksdpty par <R < 400,
£

uniformly in the timestep At and the forcing magnitude 7. There also exist A, K > 0 (depending on s*,
y and 1" but not on A7) such that, for all functions f € L , the following holds for almost all (¢, p) € £:

vneN, ‘(P;,n,Asf)(q’p) - /fd/iy,n»m <K Ky(g,p) e_MAt”f”L%A_.
&

Let us emphasize that we do not have any control on the convergence rate A in terms of n*, and it
could well be that A goes to 0 as n* increases.

3.3 Error estimates on transport coefficients from nonequilibrium methods

The following result provides error estimates for the invariant measure of the first-order or second-order
splittings schemes of Section 2.2.2 when B is replaced by B;,.

THEOREM 3.4 Denote by p the order of the splitting scheme, by fy 0, the leading order correction
function in the case n =0 as given by Theorem 2.13 for « = 1 and by Theorem 2.16 for « = 2. Then,
there exists a function f, 1, € S such that, for any smooth function ¢ € S, there exist Ar*, n* > 0 and a
constant K > 0 for which, for all n € [—n*,n*] and 0 < At < Ar,

/ ) dﬂy,n,Az = / Yl + rlfO,l,y + Atafa,O,y + nAtafa,l,y) du + Ty oy, Ats
& &
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where fj 1, is defined in (3.4), and
|r1/l,y,7],AI‘| g K(ﬁz + Ata+1)a |rl//,y,n,Ar - rw,y,O,Atl < KU(U + Ata+1)~

The proof of this result can be found in Section 4.12. Note that the remainder term now collects
higher-order terms both as powers of the timestep and the nonequilibrium parameter 7. The estimates we
obtain on the remainder are, however, compatible with taking the linear response limit, as made precise
by the following error estimate on the transport coefficient (which is an immediate consequence of
Theorem 3.4). In order to state the result, we introduce the reference linear response for an observable ¥

1
Dy 0 = lim + ( [vann,- [ Iﬂduy),
=0 \Je £

and its numerical approximation

o1
@w,y,At = lim — (/ ¥ dMy,r/,At - / 4 dﬂy,At) .
n—0 n £ £

It is often the case that ¥ has a vanishing average with respect to u, as is the case for the function
F™M ~'p in (3.3). In general, it, however, has a nonzero average with respect to the invariant measure
iy, A of the numerical scheme associated with a discretization of the equilibrium dynamics.

COROLLARY 3.5 There exist Ar*,n* > 0 and a constant K > 0 such that, for all n € [—n*,n*] and 0 <
At < AFF,

@w,y,At = @;//,y,o + A® L 1pfot,l,y d//’« + A[a+lrx//,y,At’

where ry , 4, is uniformly bounded.

In particular, we obtain the following estimate on the numerically computed mobility:

1 - -
Vey.ar = lim ~ < / F™M™'p iy .0(dq dp) — / F'M IP/L;/,O,Az(dqu)> (3.9)
— £ <
=V, + A" / F'™™ ™ 'pfyr, du + Aty 4, (3.10)
£

where the reference mobility vr, is defined in (3.4).

3.3.1 Numerical illustration. We consider the same system as in Section 2.5.3, with an external force
F=(1,0) and K + 1 forcing strengths n; = (k — 1) An uniformly spaced in the interval [0, 77imax] With
Nmax = 0.5 (so that An = nnax/K). We fix the friction to y = 1 and the inverse temperature to § = 1. We
use a coupling strategy to reduce the statistical noise in the computation of the linear response (3.9). The
K + 1 replicas of the system are started at the same position g = (0, 0), with the same velocity (sampled
according to the canonical measure w). Each replica experiences the force —VV + n F (Note that the
first replica experiences the reference force —VV corresponding to a discretization of the equilibrium
dynamics). Most importantly, the same Gaussian random numbers G”" are used for all replicas to dis-
cretize the Brownian motion. Although not carefully documented here, this coupling strategy tremen-
dously decreases the statistical error in the computed linear response. Such a coupling strategy was
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FIG. 2. Left: Linear response of the average velocity 8v; as a function of (K = 50) for the scheme associated with PZIC’B”’A’B"’VC

and Ar=0.01, y = 1. A linear fit on the first 10 values gives v, >~ 0.07416n, so that vr,, o, = 0.07416 in this case. Right: Scaling

of the mobility vf, 4, for the first-order scheme PIZ’rB 7€ and the second-order scheme PZ,C’B”’A’B" e (with y =1). The fits,

respectively, give vr, 4, > 0.0740 + 0.0817 At and vg,, Ar > 0.0741 + 0.197 A2

already proposed for exclusion processes in Goodman & Lin (2009). However, our experience shows
that it fails for higher-dimensional systems with more complex potentials (such as Lennard—Jones flu-
ids).

For a given value of the timestep Af, we denote by (¢*, p“),>0 the discrete trajectory of the kth
replica. The linear response in the projected average velocity dv,, is approximated over N, integration
steps as

vy, = /g F™M ™' p ptary, (dgdp) — /5 F™M™'p puaro(dg dp)

l Niger
~ § :FTM—I (pk,n _ pl,n) — f}nllt/ner.
Niter =1

We then estimate the mobility by a linear fit on the first K’ = 10 values of f/n’:'"ef considered as a func-
tion of n; (see Fig. 2, left). The value vg,, 4, is the estimated slope in the fit. The behaviour of the
mobility vr, 4, as a function of the timestep is presented in Fig. 2 (right) for the numerical schemes
associated with the first-order splitting P'Z’,B 7€ and the second-order splitting PZZC’B"’A’B"’VC. We used
Nier =4 x 101 for the first-order scheme, and Nyer = 2.5 x 10'! for the second-order one. The statisti-
cal error is very small and error bars are therefore not reported. The computed mobilities can be fitted

for small At as

Va0~ 0.0740 + 0.0817 At

for the first-order splitting and

VEy.a > 0.0741 +0.197Ar

for the second-order splitting scheme, in agreement with the theoretical prediction (3.10).
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3.4 Error estimates in the overdamped limit

We now study the numerical errors arising in the simulation of nonequilibrium systems in the large
friction limit. We restrict ourselves to the second-order splittings where the Ornstein—Uhlenbeck part is
either at the ends or in the middle (categories (i) and (ii) in Section 2.2.2). To state the result, we intro-
duce the first-order correction to the invariant measure in terms of the magnitude of the nonequilibrium
forcing, namely (recall Zovd =F-V,)

LEaforce=—LEd=—BF'VV.

ovd

A simple computation based on (2.11) shows that the functions fy ; ,, defined in (3.4) converge in H ym)
to fo.1,00 (recall that we assume M = Id in the overdamped regime).

THEOREM 3.6 Denote by 1, , 4,(dg) the marginal of the invariant measure w, , A, of an admissible
second-order splitting scheme in the position variable, and by f5 ¢ » the leading-order correction function
in the case n =0 as given by Theorem 2.21. Then, there exists a function f5 | o € S such that, for any
Y=Y (q) € C®°(M), there exist Ar*,n* > 0 and constants K, ¢ > 0 such that, for all n € [—n*, n*],
O<Ar<Arffand y > 1,

/ V(q) Iy y.ai(dg) = / V(@1 + 0fo1.00(Q) + Ar0.00(q) + NALE1 o) EAG) + Ty ats
M M
with

|71//,y,n,Az| < K(Uz + AP + e_cym), |V¢f,y,n,At - r¢,y,0,At| <Kn(n+ AP + e_cym)~

The proof is presented in Section 4.13. This result allows us to estimate the error in the computation
of the transport coefficient vr, based on (3.7) and Lemma 3.2. Indeed, studying the linear response of
the observable —FTVV and defining

1 _ _
Vry.a=— lim — ( / F'VV(g) 1L, , A(dg) — / F'VV(q) uy,Axdq)),
n—0n M M

there holds
D =Ty — AP / FTVV(@)fa1.00 (@) EE(AQ) + gyt
M

with [ry ) A/l < a(AP + e~V for some a > 0. Therefore, in view of (3.8),

F*+7v 1 FI>?+7v 1 AP e~
vy = FEXTE g (2) _ A Ve g (2,, ) SENERTY
y y y vy y

In the latter expression, Vr, 4, can be numerically estimated, in a manner similar to that presented at
the end of Section 3.3.

4. Proofs of the results

Unless otherwise stated, the default norm ||f|| and scalar product (f, g) are the ones associated with the
Hilbert space L*(n). Recall that, unless otherwise mentioned, all operators are defined on S, and that
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formal adjoint operators are by default considered on L?(i). Recall also that

N d
1 1
C=—gV V% ==52.D 4.0, 1)

i=1 a=1

with p; = (pi1, ..., pia) since 9, = —0p,, + Bpia-

4.1 Large friction behaviour of E;l

The proof of Lemma 2.6 follows the same lines as the proof of uniform hypocoercive estimates in the
corrected version of Joubaud & Stoltz (2012a, Theorem 3) (see the erratum Joubaud & Stoltz, 2013
or the updated preprint version Joubaud & Stoltz, 2012b). We provide a simplified version of it for
completeness.

Proof of Lemma 2.6. We show that the operator £, is uniformly hypocoercive for y > 1. The aim is to
obtain bounds on the inverse E;l extended to Hll. To this end, we decompose £, for y > 1 as

L,=L+(y—1)C.

The proof of Theorem 6.2 in Hairer & Pavliotis (2008) shows that there exists & > 0 such that, for all
ues,

—((u, Lyu)) = a((u, u)),

where the norm induced by ((-, -)) is equivalent to the H' (1)-norm. More precisely, ((-, -)) is the bilinear
form defined by

(u,v)) = afu,v) + b{(Vou, Vpv) — (Vpu, Vyv) — (Vu, V,v) + b(Vau, Vo),
with appropriate coefficients a > b > 1. It follows that there exists o > 0 independent of y such that

allullz gy — v — D, Cu)) < —((u, Ly u)). 4.2)
Let us now show that

YueH\ NS, —({u,Cu))>0. (4.3)

Using the rewriting (4.1) of the operator C, and the commutation relations [d), ., 8;;_ u,] = Béawdij, @
simple computation shows
({14, (Bp,,) “Op, 1)) = (@ + BD) |3y, ull® + b V3, ull®
+ b1V, ll* — 2(V 8y, 18, Vi, 1) — By, 1, By, 1)

1 2 2
> (a—i—ﬁ (b— 2)) 10y, ull™ + (b — DIV, 0p, ull
B

+ (b — D) Vydy, ull* — Enaq/,aunz. (4.4)
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Now, since the Gaussian measure « (dp) satisfies a Poincaré inequality, there exists a constant A > 0
such that, foralli=1,...,Nanda=1,...,d,

2 2
9, ull” < AlIV0g,, ull”.

Note indeed that 0, u has a vanishing average with respect to the Gaussian measure « (dp) because

/ 0y, u(q, p) k(dp) = 9, u(q) =0
RéN

for functions u € Hi. Therefore,

d N d N d
D 10 ul> A D 10y, 0,4l =AY > 1V4dy,, I

i=1 a=1 ij=1a,a'=1 j=1 a'=1

Summing (4.4)onie{l,...,N} and @ € {1, ...,d}, the quantity (4.3) is seen to be non-negative for an
appropriate choice of constants a > b > 1.

From (4.2), we then deduce that there exists a constant K > 0 such that, for any y > | and for any
ueH! NS, itholds Nl gy < KNLyullg - Taking inverses and passing to the limit in H! gives

! .
Yy 21, YueH,, |IL, ullmg < Kllullui,

which is the desired result. U
We are now in position to give the proof of Theorem 2.5.

Proof of Theorem 2.5. We write the proof for E;l. The estimates for (E’;)’1 are obtained by using
£;’j =TRL,R (the momentum reversal operator being defined in (2.5)), and the fact that RCR = C,
RLowiR = Lova and R(A + BYR = —(A + B).

The lower bound in (2.10) could be obtained directly provided V is not constant, by considering the
special case

L,p"VV +y(V—v)=p"M ' (V*V)p—|VV],

where v is a constant chosen such that pTVV + y (V — v) has a vanishing average with respect to . This
example is also useful to motivate the fact that, in general, solutions of the Poisson equation £, u, = f
have divergent parts of order y as y — +o00.

Let us now turn to the refined upper and lower bounds (2.11), which we prove using techniques
from asymptotic analysis. Consider f € H', and u, € H' the unique solution of the following Poisson
equation £, u, =f. The above example suggests the following expansion in inverse powers of y:

1
uyzyufl +u 4+ —u' 4 (4.5)
14
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To rigorously prove this expansion, we first proceed formally, taking (4.5) as an ansatz, plugging it into
L,u=f and identifying terms according to powers of y. This leads to

Cu' =0,
A+Bu' 4+ cu’=0,
A+Bu’ +Cu' =f.
The first equality implies that u~' = u~'(g) since C satisfies a Poincaré inequality on L? (k) (where « is

defined in (1.6)). The second then reduces to Cu’ = —M ~'p - V,u™!, from which we deduce u’(q, p) =
pTVu=(q) + ii°(g). Inserting this expression in the third equality gives

Cu' =f —p"™M'VuYp —p™M7VI® + (VV)TVuTL

The solvability condition for this equation is that the right-hand side has a vanishing average with
respect to «, i.e., belongs to the kernel of 7. This condition reads

1
EAM*I —(VW)Vu = nf,

so that ™! = Egvldnf (which is well defined since 7f has a vanishing average with respect to ). Note
that the function u~! is in H"*2 (@) when f € H" (1) (by elliptic regularity, using also the fact that e=#"@
is a smooth function bounded from above and below on M), so that pTM ~!(V2u~")p belongs to L?(11).
The equation determining u' then reduces to

1
Cu' =(f —nf) —p™M7 Vi — p"™M ' (VuNp + Emrl.

Since C(pTAp) = —p™M ' (A + AT)p + 287" Tr(A), we can choose
u'(q.p) =1C'(f = 2N))(g.p) + 50" (V2u" (@)p + p" Vi’ ().

Coming back to (4.5), we see that the proposed approximate solution is such that

1 1
L, <uy —yu ' —u® — ul) =——A+Bu'. (4.6)
14 14

We now choose #° such that (A + B)u' belongs to H! , which amounts to
T(A+B)p'V,il’ = Lol = - (A + B)C'(f — nf).

It is easily checked that i’ = —ﬁ;vldn(A +B)C!(f — «f) is a well-defined element in H' for f €
H'(): first, C~'(f — 7f) € H', so (A +B)C~'(f — nf) € L*(1n). Finally, the image under £, of
any function in L?(i1) is a function of average zero with respect to 7z, depending only on the position
variable ¢ and belonging to H?(7z) and hence to H'.

Combining (4.6) and Lemma 2.6, we see that there exists a constant R > 0, such that, for all
y =1, it holds |lu, — yu ' — u0||H|(H) < RI|f |l /v for the above choices of functions u~!, u®. This
gives (2.11). ]



THE COMPUTATION OF AVERAGES IN LANGEVIN DYNAMICS 49

4.2 Ergodicity results for numerical schemes

Proof of Lemma 2.71. 'We write the proof for the scheme associated with the evolution operator Pﬁ“:"yc,
starting by the case s = 1, before turning to the general case s > 2. The proofs for other schemes are
very similar, and we therefore skip them.

The numerical scheme corresponding to Pi’;"yc is (2.12). We introduce m € (0, 400) such that
m <M <m~" (in the sense of symmetric matrices). A simple computation shows that

EL(p")? | Fil = (0" — AtVV(g") e, (0" — AtVV(g") + % Trl(1 = a3)M’]

1 — e—ZyAt/m
e AP +241|VV 1< p"| + AP VV 7 + e
m
1 1— e—ZyAt/m
(e 4 e AN (P + At ( + At) IVVIZs + 5
& Bm

We choose, for instance, &€ = my, in which case

0<e 23 4 g At <exp(—CoAr), Co= %

for At sufficiently small, and

_ 6721/At/m

pm?

4y

1
0< At = 4 At ) |IVV |7 + —
<8 ) Ivvi? P

- - 2
<CpAt, Cp=—|VV|2 +
my

for At sufficiently small. Finally, since KC,(¢,p) = 1 + |p|?,
E[Ka (g p" ) | Fal S e “YKa(q".p") + 1 — e 4 + CpAt < e ““Ka(g".p") + CrAt,

for At sufficiently small. This gives (2.15). To obtain (2.16), we iterate the bound (2.15):

CpAt
P K, e Camdrpe 4 CyAL(1 4Gty 4 e Ca (n71)m) e Candigc 4 — Z—C =

The computations are similar for a general power s>2. We write P = p" 4 84 with
Sar=—apn AtVV(q") + /B~ (1 — a4, )M G". Note that 8 4, is of order At'/? because of the random
term. We work componentwise, using the assumption that M is diagonal, so that, denoting by m; the
mass of the ith degree of freedom,

(p?Jrl)Zs — (efyAt/m;p? + 5[,4;)25
— e—ZsyAt/mi (p?)ZS 4 25 e—(ZJ—I)J/At/mi (p?)zs_l(gi,At

+ S(2S _ 1) 6_2(5_1)VAZ/”“(p?)Z(S_l)S,'Z,A; + ...
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Taking expectations,
E[(p;lJrl)Zs'fn] — 672X}/At/m,- (p?)Zs _ 28A[€72SyAt/mi (p;l)Zsflaqu(qn)

— o~y At/miy .
+S(2S o 1) e—2(s—1))/Al/m,-(p;1)2(s—l) (At2 e—2yAt/miaqu(q11) + (1 e ; 7 )ml>

+ AP (g (L + (PP,

where the remainder r, 4,(¢") is uniformly bounded as Ar — 0. Distinguishing between |p;| > 1 /e and
|pil < 1/e, we have

|pi|2s—m <8m(pi)2s +

g2s—m ’

from which we obtain

ELp! T | Ful < aaei®))® + baress

with
Aprei=e 272 4 258 AL]|8,, V||
1 — e~ 2vat/m m;
O B A e AL
and
~ 2SAI||8 s2s—1) 2 (1 - e—zVAl/mi)mi 5 1
i = g 00 —_— ; 00 —_— = 5, Ati || L

bare.i Ve + 3 At (|04, VI + +AC( 1+ = ) Irsanillz

& £ B &

The proof is then concluded as in the case s =1 by choosing ¢ sufficiently small (independently of
A?). ]

Proof of Lemma 2.8. 1t is sufficient to prove the result for indicator functions of Borel sets A=A, x
A, C €, where A; C M while A, C RN (see Rudin, 1987). We therefore aim at proving

P((¢".p") € Al P’ < Pmax) = v (A),

for a well-chosen probability measure v and a constant & > 0. The idea of the proof is to explicitly
rewrite ¢" and p” as perturbations of the reference evolution corresponding to VV =0 and (¢°, p°) =
(0,0). Since we consider smooth potentials and the position space is compact, the perturbation can be
uniformly controlled when the initial momenta are within a compact set.

We write the proof for the scheme associated with the evolution operator Pi“;"yc, as in the proof of
Lemma 2.7. A simple computation shows that, forn > 1,

q"=q"+ MM Q"+ 4P = APMTIVV(@TD 4+ YV (),
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and

P =ap’ — Atan,(VV(@") 4 aaVV(@ ) + -+l VYD)

[1—a?
+ IB AtM(Gn—l +aAan_2 +. +aA[1GO)

Denote by G" the centred Gaussian random variable
n 1 — ail n—1 n72 1,0
g = TM(G +aAtG +aAl G)

F'=—ax (V@) +anVV(@ )+ +ak ' VV()),
P = OtZ[pO + AtF",

Introduce also

D"=¢" + AM ! (AtZF’" ;p ) —APMTYVV(@TY -+ VYY),
— Uar

With this notation,
pn — " + gn, qn — on + g~n,

where

n—1
g~l’l — AtM71 Z gm
m=1

1 —a?
= Aty TA’M—1 G+ U 4aa)G 4+ (I +an+ -+ )G

is a centred Gaussian random variable. Now,
P((q",p") € AlIP"| < pmax) =PUG".G") € (Ag — 2") x (Ay — P)IP°] < Prmax)- 4.7

In fact, we consider in the sequel that the random variable C;” has values in RN rather than M and
understand A, — 2" as a subset of R? rather than M. This amounts to neglecting the possible periodic
images, and henceforth reduces the probability on the right-hand side of the above inequality. This is,
however, not a problem since we seek a lower bound.

Note that At F" is uniformly bounded: using 0 < o, < exp(—ymAf) in the sense of symmetric,
positive matrices (withm <M <m -,

|ALF" | < IVV| Ar < 2 || 14
h 1 —exp(—ymAt) o
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provided At is sufficiently small. Therefore, there exists a constant R > 0 (depending on py,x) and
At* > 0 such that, for all timesteps 0 < At < Ar* and corresponding integration steps 0 <n < T/ At,

| 2" <R, |Z"|<R (4.8)
A lengthy but straightforward computation shows that the variance of the centred Gaussian vector
(g",.g" is
T Y T
E[(g” g”) (g” gﬂ)]_ . .
T T
with
At(1—a?) 2At oy, Ata? 2-1)
yr =" TAUy — DAt — l—«a + (1 — oy, ,
M (1 —aa)? = I —ax ( ) - O‘At( “ar )
AIOCA[ 2, 1
n_ _ T Al 1— 1 n— ,
» = B0 —oem)( o At aa) +adi
n M 2n
Vo= ﬁ(] Y

To check that this expression is appropriate, we note that it converges as At — 0 with nAr — T to the
variance of the limiting continuous process

[2
dg;=M"'p,dt, dp,=—yM 'p,dr+ Fy dw,,

starting from (qo, po) = (0, 0), which reads

@ Vo
with
1
Vog = 5y (ZT - ?(3 —dar + ozT)>
M
%jp = E(l - O[T)z’
M
Vpp = F(l - O‘%)-

Upon reducing Ar* > 0, itholds ¥ /2 < #1741 L2 for 0 < At < Ar*. In particular, 7 17/41 is invert-
ible for T sufficiently large. For a set E, x E, C R*¥ it then holds that

]P)((gNFT/At]’ g]—T/Aﬂ) e E) — (Zn)dedet(erT/At])fl/Z/
Eq

exp (—1 T(”i/rT/M)lx) dx
xE, 2

> =N 3V/2 gey(y) 12 / exp(—x"7 ") dx. “.9)

E,xE,
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The result follows by combining (4.7—4.9) and introducing the probability measure
v(A, x A)=Z>" inf / exp(—xT7 " 'x) dx,
Ay ») R | o112I1<R e D) p( )

as well as o0 = Zgmr ~N 23N 2det ()~ 1/2, -

Proof of Proposition 2.9. 'We only prove (2.18) and (2.17) since the other results are standard. To obtain
the bound (2.18), we first note that, by the results of Hairer & Mattingly (2011), there exists % > 0 such
that, for any function f € L ,, and 0 < At < Ar* (the critical timestep being given by Lemmas 2.7
and 2.8), the following inequality holds for almost all (¢, p) € &:

VmeN, |(PL/ 11" (g )l < KK, p) e " If Iz

For a general index n € N, we write

T - - T
n=m, |—|+n 0<n|—|—1,
At

so that, using the contractivity property [Pa,f (q,p)| < |f (g,p)l,

Phf (g, )| <KKs(q,p) e ™ |If I -

Introducing A = A /7, the argument of the exponent reads

fm, = an — iy A | L s A
Mn =2 =WAG Al 7 2 ’

when At is sufficiently small. This gives (2.18).
The moment estimate (2.17) is obtained by averaging (2.15) with respect to the invariant measure:

/(PA[ICs) dMy,At < e Gt / K, dMy,At + CpAt.
& &

Since (., 4 is invariant,
[Pk duyai= [ Kot
£ £

so that
(1 - 67C“AZ) / ICX dﬂy,At < CbAt,
&

which gives the desired result with R = 2C,,/C,, for instance, provided At is sufficiently small. O

4.3  Some useful results

4.3.1 Expansion of the evolution operator. We give in this section an expression for the evolution
operator
PI — etAM . etAl

which can easily be compared with the evolution operator ¢'1++41) We assume that the generators A;
of all elementary dynamics are well-defined operators on a core X, with image in X (typically, X =S or
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a subset of this space such as S). We also assume that the elementary evolution semigroups e, as well
as P,, are well defined on X with values in X. These semigroups may be extended to bounded operators
on an appropriate Banach space using the Hille—Yosida theorem, for instance (see Pazy, 1983). All
the operator equalities stated in this section have to be considered in the strong sense, namely 71 = T,
means 719 = Thp forall p € X.

It is easy to check that the operators A, B, C defined in (2.2) map S to itself. It is in fact possible to
analytically write down the action of the associated semigroups:

(e"9)(q,p) = @(q+tM~'p,p),
(€®9)(q.p) =p(q.p — 1YV (q)),

<Ww@m=/

Rd

—2yM~t ) 172 e_mz/z (410)

_ 1—e
—yM~'t
o ae P+ ( 3 M L dx.

Coming back to the general case, the key building block for the subsequent numerical analysis is
the following equality:

Pz=P0+tﬁ —{—ﬁ dZPt ++ﬁ anl +t"+1 /l(l_e)n dn+1PS do.
de =0 2 de =0 n! dr =0 n! Jo dsmt! =0t
Now,
ﬁ P 1Ay Av-1 A . Ay . A
oM e el +eMAy e e+ + e A,

=T[A1+ - +Au)P,

where 7 is a notation indicating that the operators with the smallest indices (or their associated semi-
groups) are farthest to the right. In fact, simple computations show that

d"p,

dr

=TI(A + -+ Ay)"P.

Therefore, the following equality holds when applied to functions ¢ € X:
r g
Po=¢+ 1A+ +Au)p+ ET[(AI +o A e+ + ET[(AI +- A" e

+

tn+l 1
P / (L—0)"TI(Ar + -+ Au)" ' Pyl db. (4.11)
- Jo

4.3.2 Baker-Campbell-Hausdorff formula. It is important to rewrite the various terms in the right-
hand side of (4.11) in a form more amenable to analytical computations. More precisely, it is convenient
to write the following equality in terms of operators defined on X:

TIA 4+ -+ A" 1=A1 + - +Aw)" + Sy,

where the operator S, involves commutators [A;, A;], which can also be defined as operators on X with
values in X. In fact, the algebraic expressions of the operators S, can be formally obtained from the
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Baker-Campbell-Hausdorff (BCH) formula for first-order splittings (see, for instance, Hairer et al.,
2006, Section II1.4.2): for M =3,

At
A A2 QAL — pAIA T A= A+ Ay 4 As + 7([143,141 + A2 + [A, A1) + -+,

and from the symmetric BCH formula for second-order involving three operators (obtained by compo-
sition of the standard BCH formula involving two operators):

PAIAL/2 LAIAL )2 JAIAS LAIA[2 ATAL 2 ZeAtA’ (4.12)

with

2

At 1
A=A +A,+ A3+ R ([A3, [A3, A2 1] + [A2 + A3, [Ar + A3, A]] — E[Az, [As,A3]]

1
- 2[A1,[A1,A2+A311> +oo

where we do not write down the expressions of the higher-order terms Ar>" (for n > 2). Let us insist
that these formulas are only formal (since the operators appearing in the argument of the exponential on
the right-hand side involve more and more derivatives), but nonetheless allow us to find the algebraic
expressions of S,, upon formally expanding the exponential as

At A Atz 2
M =ld 4 AtA+ A -

and identifying terms with the same powers of At in (4.11).

4.3.3 Approximate inverse operators. Consider an operator A defined on some core X (typically
some subspace of §), and whose inverse is also defined on X in the following sense: for any g € X, there
exist f € X such that Af = g. We denote by A~'g the element f € X. At this stage, we do not assume
any boundedness in an appropriate operator norm for A~! or some extension of it. We next consider
a perturbation Ar*B for some exponent « > 1, where B is also defined on X and has values in X. In
the typical situations encountered in this article, B is not bounded with respect to A in an appropriate
operator norm since it may involve higher-order derivatives than A does. It is therefore impossible in
general to properly define the inverse of A + Ar*B.

However, it is possible to introduce an approximate inverse, which we define as an operator Q;
from X to X such that there exists an operator Q Arn from X to X for which the following equality holds
for any function f € X:

(A+ ACB)Qainf =f + Al Qprf . (4.13)

To this end, we simply truncate the formal series expansion of the inverse of the operator A +
At* B=A(ld + A* A='B), which formally reads A~' — A* A"'BA™' + A?* A"'BA~'BA™1 + ...
For instance, Qa1 =A"1— A" A"'BA~! and Qa2 =A'— A AT'BAT + AP*AT'BATIBA!
indeed are operators from X to X satisfying (4.13), respectively, withn =1 and n = 2.
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4.4  Proof of Theorem 2.13

We write the proof for the scheme associated with PSP = g7 41C (A1B pAiA

yC,AB
PAI

, the proof for the scheme

following the same lines. The results for the other schemes are then obtained with the TU lemma
(Lemma 2.12). Without loss of generality, we perform the proof for a function i with average zero with
respect to u (recovering the general case by adding a constant to ¥ in the final expression).

Proof of (2.24). First, note that, by definition of the invariant measure (., 4, it holds that, for any

peS,
4Py dpty 2 =0 4.14
T @duy Ar=V. (4.14)
&

The next step is to choose the correction function fi ,. Using the results of Section 4.3, a simple compu-
tation shows that

At
PLOPA —1d + AL, + 7(@ +81) 4+ APRyu,  S1 =[C,A+ Bl + [B,Al, (4.15)

where the subscript index 1 refers to the order of the splitting, and where all operators are understood
as operators on S. More precisely,

1 1
Ria=>5 / (1= 6Y’Ry s 46,
0

where R, is a finite linear combination of terms of the form C?e¢*CBPe’BA%e™ with «, B,y >0 and
a + B+ y =3. In any case, R) 4, is a differential operator involving at most six derivatives, and with
smooth coefficients of at most polynomial growth. It is easily seen that R; 4,1 is uniformly bounded in
some space L (with s chosen sufficiently large) for Az small enough when v € S. Therefore, for any

peSandfi, €S,

C,BA
/ Pt
£ At

At
= _/ |:<£')/ + j(ﬁi + Sl) + At2Rl,At> (P:| (1 + Atfl,y)dﬂ
&

(I + Atfi,) dp

1 1
= —At/ (251¢ + (Eyw)fl,y> dp — Atz/ ({2(@ + Sl)?{l fiy + Riap)(1 + Atfm) du.
£ £
The dominant term on the right-hand side can be written, using integration by parts,

1 1
/ <2S1¢ + (ﬁyw)fl,y> du = / ® [25?‘1 + @fw} du.
& &

In view of (4.14), we choose the correction function in order to eliminate the dominant term:

Lifiy =—3Si1. (4.16)
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Relying on Theorem 2.3 and (2.7), the function f , is a well-defined element from S since the right-
hand side of (4.16) belongs to S. A direct computation using integration by parts indeed shows that
S71 e S (see (4.20) below). The centring condition follows from the fact that 1 € Ker(S;): indeed,

/S’fld,u:/Slldleo.
& £

With the choice (4.16),

C.BA
/ Id — P, 0
£ At

1
——AP /5 dz(ﬁi + Sogo} fiy + Ria)(1+ Arf],y)) du. 4.17)

(I + Atfi,) du

We would like, at this stage, to replace the observable ¢ appearing on the left-hand side by the function

cBAN !
1d — P ’
At '

However, we do not have any control on the derivatives of this function (Corollary 2.10 allows us to
control the norm of the function, not of its derivatives), whereas such a control is required to bound the
remainder terms. In order to use an approximate inverse operator involving iterated powers of £ I (see
Section 4.3.3), we first need to make sure that all operators are defined on S , with values in S. This is
the case for £, and its inverse, but not for the other operators appearing in (4.15), which have values
in S. We therefore project out averages with respect to w. Define to this end the projector

of=f— /g fdpu, (4.18)

which maps S to S. Then, for a function (XS S (for which IT+¢ = ¢), (4.17) can be rewritten as

Id — p15PA
unl 5

1+ At d
7 (1+ Atfi,)dp

1 1
= /. P du — AP /(g ({2(@ + Smo} fiy + Riag)(1+ Atfn,y)) du,

where we have used the fact that f; ,, is of average zero with respect to 1. On the other hand, (4.14) may
be rewritten as

C.BA
/ 7t Id — P,
£

1 C.BA
" HL¢duy,At=—/5P£, pdu.

At
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Therefore,
Id — po%A Id — oA
fg [HJ‘A?ZHJ‘(,O (1 + Atfi,) du — /gnLTtA’nLga diey A
1
=—AF / ([z(ci + Sl)w] fiy + Ria@) (1 + Atﬁ,y)> dp. (4.19)
&

As a consequence of the presence of the projection 7 f, all of the operators in (4.15) are restricted to
the range of IT+, i.e., the following equality holds on S:

le_PZtC’B’A 1 At 1 1 2 9L 1
I Tﬂ =£y+7(£}/+n S]H )+At17 R])A[H .

We therefore introduce the operator
0 =-L 1_,_7(17 + L ' SiI1—-L 1)
1,At y B y 1 y )

which is a well-defined operator from S to & such that

C.BA
(HJ_ Id - PZ:

A Hl) Qia =M+ + APZ) 4,

where Z; 4, maps S to S. We finally replace ¢ by Q) 4% in (4.19). This gives (recall that Ty = by
assumption)

/g v (1 + Atfi,) dp — /8 Y dua = AP /‘S (R a0)f1y + Riac]dp,

where the functions RL A,w,fh, A belong to S when ¢ does. The integral on the right-hand side is

uniformly bounded for small At (using the fact that the functions appearing in the integral are in S and
relying on Proposition 2.9). This gives (2.24) for the splitting scheme PZ,C’B’A. O

Proof of (2.25). The function flyc’B’A €S (denoted by fi, above) is uniquely determined by the
equation

1 1
Lo M = =2 811=—2(C.A + Bl + [B.AD'1, /gflyc’“ du =0,

where we have used [Ei]*l =0 to simplify the right-hand side. Now, [C,A + B]* =[C, A + B] since
C*=Cand (A + B)* = —(A + B). Therefore, [C,A + B]*1 = 0. In addition,

[B,A]'l=—(A+B)*¢=(A+ B)g,
since A* = —A + g and B* = —B — g. Therefore,
Si1=(A+ B)g. (4.20)

This gives the first expression in (2.25).
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To obtain the expressions of flA 7CB and fIB‘A’yC, we use the TU lemma, where the operators U,
respectively, read e? 7€ ¢4 =1d 4+ At(B + y C) + A*R 5, and e 2C (which preserves ). We actually
are in a situation similar to (2.23):

BAYC _ ,yCBA  ,AyCB _ ,yCBA | ps
1 =fi , N =fi +B71.

The expressions for the first-order corrections when the operators A and B are exchanged are obtained
by noting that the sign of S1 is changed and that ;7 “* = £ % 4 A*1. O

REMARK 4.1 Let us highlight the structure of the proof, in order to make clear which technical exten-
sions are required in order to state error estimates for other dynamics:

(1) first, an expansion of the evolution operator P,, in powers of Az has to be written out. This
step is usually quite simple although sometimes algebraically involved. The expansion of P 4,
is the same as the one used to prove weak error estimates;

(i1) secondly, good control on the resolvent has to be established, such as the stability result pro-
vided by Theorem 2.3. This step may already be quite complicated since it involves proving
that u is the unique invariant measure, and that the resolvent can be inverted for functions with
average zero with respect to . A typical way to do so is to establish decay properties of the
semigroup. Such decay estimates may be hard to obtain for degenerate noises;

(iii) the existence of an invariant measure i, for the numerical scheme has to be demonstrated
(uniqueness is not required), typically by finding a Lyapunov function. Again, this may be
difficult if the dynamics is highly degenerate.

Once the above steps have been performed, the correction function can be identified as the solution of
a Poisson equation, by comparing the average of (Id — P,)¢ under p and .. The remainder of the
proof allows one to state error estimates for any smooth function (and not just functions in the range of
Id — P ,,) using appropriate pseudo-inverses.

4.5 Proof of Proposition 2.15

We use a very standard strategy: first, we propose an ansatz for the correction term f ,, as

Siy =f10+7/f11 +V2f12+"' >

then identify the two leading-order terms in this expression and finally use the resolvent estimate of
Theorem 2.4 to conclude. Note that our ansatz is not obvious since the estimate of Theorem 2.4 shows
that, in general, a leading-order correction term of order 1/y should be considered. It turns out, however,
that, due to the specific structure of the right-hand side of (2.25) (namely the fact that the right hand
is at leading order in y, the image under the Hamiltonian operator of some function), such a divergent
leading-order term is not necessary.

Consider, for instance, the case when fi , is flyc’B’A. This function solves

1
@By =SB [ 7 du=0,
&
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so that we consider the ansatz f,VC’B’A =g/2+ vfl + . Identifying terms with same powers of y, we
see that the correction term f;! should satisfy

1
A+B)Yf! = 5Ce= ngM—zvv.

Possible solutions are defined up to elements of the kernel of A + B (which contains function of the
form ¢ o H). One possible choice is to set f;' = BpT™M ~2p/4 + ¢}, where the constant ¢} is chosen in
order for f,! to have a vanishing average with respect to . Then,

* 5 g
c ( IVCB,A -5 )/f,l> — y2CFl.

In view of Theorem 2.4, this implies that there exists a constant K > 0 such that

yCBA _ 8 _ 1
Hfl ) v/

<Ky
L2(w)

fyC,A,B

for y < 1, which gives the desired estimate on flyc’B’A. Similar computations give the estimate on f; s

while the estimates on the remaining functions are obtained from (2.25).

4.6  Proof of Theorem 2.16

The proof follows the same lines as the proof for the first-order splitting schemes (see Section 4.4). We
present only the required modifications. We write the proof for PZ,C’B’A’B’VC since the correction term has
a much simpler right-hand side than P>,

Proof of (2.26). Expanding up to terms of order A%, the formal expression of P,S#4%7¢
BCH expansion (4.12), we obtain the following equality (as operators on S):

given by the

3

At2 At
PLCPAIIC 1A AL, + APS) + O (0 4 AR, 52+ $:£,) + A

Art
+ ﬂﬁi + AISRZ,AH

where

1 1
Rop = — 1 —60)*Rya, db,
241 =57 /0 ( )" Roar

R, being a finite linear combination of terms of the form C?e’*Bfe'BA%e* with a, B,y >0 and
o+ p+y=>5;and
$2=15(S20 + ¥S21 + ¥*$22), 4.21)

with

$20 =14, [A, B]] — 3[B,[B,Al]],

1
2
$21=[A+B,[A+B,C]],

S$22=—3[C,[C,A+BI].



THE COMPUTATION OF AVERAGES IN LANGEVIN DYNAMICS 61

Therefore,

Id — pLBABYE At 5o L1 4 AP (1, .

T = —EV — jﬁy — At (6£y + Sz) — 7 (12£V +Szﬁy + EySZ) — ARy ps-
(4.22)

We choose £ “#*#7€ ¢ § as the unique solution of the Poisson equation L 7 OBABYE — _g21 (which

is indeed well posed since the right-hand side has a vanishing average with respect to u since it is in the
image of S,, and is regular as shown by (4.23) below). Then, for a function ¢ € S,

1d — poiAEre C.BAByC
/ —A’t o(1 + AL PPy du
&

_ar

== / SaLyp + (L) PPy — Art / (Ro s + Ro a7,
£ I

where many terms cancel by the invariance of p by (£7)* (for integer powers «). The leading-order
term on the right-hand side in fact vanishes since it can be rewritten as

/5 S2Ly + L2pfy PAPTE dp = /5 Lo(S31+ Lify A€y qy =0,

Therefore,

Id _ prCBABYC CBABC . N C.BAB,yC
/ AT’t o1+ AL Ty dp = — At / [Ro, v + Roarpfy 777 1dpe.
P &

We then restrict the above equality to functions ¢ € S, project out the average with respect to u of the
first factor in the integral on the left using the projector 17+ introduced in (4.18), and finally replace ¢
by 0> A where Q5 4, is an approximate inverse satisfying

Id— PZZC,BA,B,)/C

At

mt 0y p =114 4 A*Zy,.

The proof is concluded as in Section 4.4. (]

Proof of (2.27). To evaluate the expression 51, we need to compute the actions of the formal adjoints
of the various commutators. Using C1 = (A 4+ B)1 =0 and

C'=C, A"=-A+g, B*=—B-—g,
straightforward computations show that 55,1 = 57,1 =0. In addition, since

A(g®) =2gAg, B(g*) =2gBg,
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it follows that
(A, [A, B]])*1 = (A’B — 2ABA + BA®)*1 = (B*A* — 24"B* — (A*)*)g
=(B+9A—-g) —24-g)(B+g) —(A-g)g
= (BA — 2AB — A*)g = —(A + B)Ag,
where we have used ABg = BAg (as can be checked by a direct computation). A similar computation

shows that ([B, [B,A]])*1 = (—AB + 2BA + B?)g = (A + B)Bg = ABg (since B>g =0 by a direct veri-
fication). Finally,

1 B
S$51=——@A+B) (A+- g 4.23
2 @A+ )( +2>g (4.23)

A.ByC.B.A

To obtain the expression of f, , we use the TU lemma with the operator

U py = e A1C/2 GAB/2 (ATA)2,

A simple computation shows that
* Atz 3 px
UAt1=1+ ?(A+B)g+At RAtl'

In fact, it can be shown that the A#® term does not pollute the remainder since the next-order correction in
the invariant measure has to be of order Ar* (see (2.26)). The expressions for f, yEABAYC and sz’A’VC’A’B
are obtained in a similar manner. O

4.7 Proof of Corollary 2.17

The proof relies on the results of Theorem 2.16 and the TU lemma (Lemma 2.12). More precisely, the
error estimate (2.28) is established by following the same lines of proof as for second-order splitting
schemes, except that the contributions of order Ar’ do not vanish. We then use the TU lemma by
considering the GLA evolution as the reference, and express the invariant measure of second-order
splitting schemes in terms of the invariant measure of the GLA scheme. For instance, consider PVC BAB
and PZ? BABYC in which case U, = ”2C/2, Then,

/ ¥ duCBABC
/ (Uarpr) dplyy #4F
/ Unith diu + AP / Uaf A du + AP / Uat A s+ Ary

/wdu+At /W YCBAB g ) +At3/w< yCBAB |V nyCBAB) du+ ATy ann
£

where we have used the invariance of u by U,,. The comparison with (2.26-2.27) gives the desired
result.
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4.8 Approximation of integrated correlation functions

Proof of Theorem 2.19. The proof makes use of the projection operator defined on S as (com-
pare (4.18))

Myp=¢— /‘Ple«Az~
£

The range of IT%, is contained in the set of functions with average zero with respect to the invariant mea-
sure /4, of the numerlcal scheme. We first introduce the invariant measure for the numerical scheme,
using the fact that —E;l ¥ has zero average with respect to u:

/( £)pdp = /( ') The d
/( E I/I)HAr(PdMAt‘f‘At VAt s
/Hi,( L, WO TEgdua + ALY, (4.24)

where r‘/’ *# is uniformly bounded for At sufficiently small by (2.32). In addition, by (2.33),

1 p—1 1 S n 1 Id — PAI
—I3 L =~y | Aty Py, | TG, — )5 Ly

n=0

(Z[ 3Py ) (Ly + ALS + -+ A St + ARy 40 L,

n=0

~— 1 Lan.7 o« Id_PAt ! 15 —1
=AY T3 Padli) Ve + A ——= ) MxRenl;' V.
— At 4

Note that the sum on the right-hand side is well defined in view of the decay estimates (2.18). Plugging
the above equality in (4.24) leads to

+00
/ (=L, ") du = At / D UT3Pa s IT5) da
€ € n=0

d—Py\ "' | -
+ A / ((ﬁ) nj,Ra,A,c;‘l/f) Thedpa + ALY
&

The second term on the right-hand side is uniformly bounded in view of the moment estimates on 14,
the resolvent bounds provided by Corollary 2.10 and the uniform boundedness of the remainder R, a,f
for a given, smooth function f. Since

+0o0 +00 +00
/ > T3PV ara) T 5,0) dua = / > PhUsa)9dia =Y Eabaa(qd" P p").
€ n=0 € n=0 n=0

(2.34) finally follows. [
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Proof of Corollary 2.20. The idea is to start from (2.34) and to appropriately rewrite the first-order
correction term. We use to this end (2.34) with ¢ replaced by its first-order correction (Y 4,0 — V) /At =
Slﬁ;' Y, and discard terms of order AP

+o0 +oo
/ E(S1.L, ¥ (g1 p)@(q0,p0)) dt = At Y~ En(S1L," ¥ (¢ p" (@’ p") + Atrl?,
0 n=0

where rﬁ;‘p is uniformly bounded for At sufficiently small and ¢, = IT4,¢. On the other hand, using

_ 2
S =L2/2,

+o00 1
/ E(S1£50 (g1, p (o0, o)) dt = — / L7816, Y pdu=— / o
0 £ g

so that
+00
ALY T Eai((S1L, ) ano(@" P e ")
n=0
+00
=AY BaSiL, (@ " D T30, p")
n=0
+0o0
- / ES1L0 (G0 p) T4 (0, po)) dt — At iy
0
1 1
=—— / W er(p du — Atrg;‘p =—— / Yaopdu — Atrﬁ;w
2 £ 2 &
1 =Y.
= —EEAt(I/fAz,Ow) + Aty
This gives (2.36). U

4.9 Proof of Theorem 2.21

PZC’A’B’A’VC
t

We write the proof for the evolution operator first, and mention then how to extend the

result to P57 “** using the TU lemma. The proofs for P, %7 and P47 P4 are very similar, so
we only briefly mention the required modifications. By default, all operators appearing in this section

are defined on the core S.

4.9.1 Reduction to a limiting operator up to exponentially small terms. Let us introduce the evo-
lution operator corresponding to the standard position Verlet scheme: Ppam g, = e4/2 e418 ¢414/2 g0

that PLSAPAYC = erAIC2p, 1 e¥A1C/2 O the other hand, we have the following convergence result,
whose proof is postponed to the end of the section.

LeEMmMA 4.2 Fix s* € N*. Then, there exist K, « > 0 such that, for any 1 < s < s* and any 7 > 0,

le”C — 7l Bug,) <Ke .
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This suggests we should consider the limiting operator Poo A; = 7T Pham, 4,77 and write
CABAyC
PICAPAYC _ P pr = (€ — 70) Pram,art + € AP P a7 4% — ). (4.25)

For a given smooth function ¢ € S which depends only on the position variable g,

/(Id — PZ?»A,B,A,VC)gg dM;/,AZ‘ =0= / (Id — Poo’At)QD d,u,qut =+ rriw,At’ (426)
E E

with the remainder
1 CABA,yC
Toy.ar= /E(POO,AI - PZ[ ’ Yo diy ar

On the other hand,

/ [(Ad — PLCPA Y011+ APf o) di = / [(1d — Poca)@l(1 + APfoo) du + 72, 5, (4.27)
& &

with the remainder
2= / [(Pacsa — PLEPABYO\G1(1 1 APS ) dp.
£

The idea is that the remainders r;‘y, A and ri’% A are exponentially small when the function ¢ is suffi-

ciently smooth (see below for a more precise discussion, once ¢ has been replaced by Q o, with Q 4; an
appropriate approximate inverse). Therefore, the leading-order terms in the error estimate are obtained
by considering the limiting operator Py, 4, only.

4.9.2 Error estimates for the limiting operator P 5. 'We now study the error estimates associated
with P s, following the strategy used in Section 4.4. We first use the results of Section 4.3.1 with
M =3,A;=A3=A/2 and A, = B to expand Pnym, 4, SO that
Af? , AP t r 6
Poan=m+ Atn(A+ B)mwr + TH(A + B)*'m + ?7{5371 + ﬁn&m + mn&n + AP R AT,
(4.28)

with S; = T[(A; + Ay + A3)']. To give more precise expressions of the operators appearing on the right-
hand side of the above equality, we use the following facts:

VneN, B'm=0, nA*'x=0, (4.29)

and
Vn>m+1, B'A"n=0. (4.30)

In addition,
1
nA*r = —A,r, BAm =-VV.V,x.
,3 q q
Using these rules in (4.28) leads to

7(A+B)7 =0, 7n(A+B)’*7=r(A%+ BA)7r = L. 4.31)
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The operator S3 is a combination of terms of the form A*B’A¢ with a + b+ c=3 and a,b,c € N. In
view of (4.29-4.30), only the terms with ¢ > 1 and b < ¢ have to be considered, so that only BA? and
ABA remain. A simple computation shows that BA>r¢ and ABAm ¢ are functions linear in p, so that
nBA*r = tABAm ¢ = 0. Finally, 7S3m = 0. A similar reasoning shows that 7557 = 0 and that many
terms appearing in the expression of Sy also disappear.

Plugging the above results in (4.28) and introducing h = A#*/2,

h? 3 3 3 1
Poopi =T + hit Lo + —7 <A4 + ZA’BA + ZABA* + ZB*A% + BA3) 7T+ W’ Reo ar.

6 2 2 2 2
Using
4 3 0 2.2
TA T = EAqmp =3(mA ) @,
3 3 2
TBA’ T = —EVV - Vy(Agmrp) =3nBATA T,
B A’ =2(VV) (Vo p)VV, (4.32)
2 2 2 2
TABA g = —E(V V:Vip+VV.V(Ap)),
1
TA*BAT g = —B(zvzv (V20 4+ VV - V(Ap) + V(AV) - Vo) = tA’n BAT @,
it follows

3 3 3 1
<A4 + 5AZBA + 5ABA2 + 5192A2 + 2BA3) TQ

= %Aé(p — gvzv Vi — gvv -V(Ap) — %V(AV) Vo +3(VV)T(Vip)VV.

A straightforward computation shows that

2 1 2 2 2 2 2 1

LE 0= ﬁAq(p - EV V:Vip— Evv -V(Ag) — EV(AV) -V
+ (VV)T(V2)VV + (V)T (VP V) V.

Therefore,
7 (A% + JAPBA + JABA® + 3B°A” + BA%) m =3(L] 4 + D)7,

with

Do = %vm\/) Vo — (VW) (V2V) V. 4.33)

In conclusion,

h2
Pooar =7 + Loy + ?(ﬁgvd + D)1t + I’Roo 1. (4.34)
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Let us emphasize that this operator acts on functions of ¢ (we define it on S N Ker(w) = C*(M))
and that 7 is the identity operator for functions which are independent of p, and note that, for any
¢ € C*(M),
T — Poo A
h

In fact, proceeding as in Section 4.4, we project out averages with respect to t(dg) in order to properly
define approximate inverses. Introduce to this end the projector

h
¢ =—Lovad — Ewivd + D)¢ — h*Rag. (4.35)

T ¢=¢— / ¢ (q) (dg)
M

defined on the core C*°(M). The equality (4.35) then implies the following equality on C*°(M) N
—1
Ran(/717):

_ —P — h
HJJT oo,AtHJ_ = Loy — " (£2
h 2

ovd

+ DY) = T RaTT
An approximate inverse of the operator appearing on the left-hand side of the above equality is thus

h /— T
Qh = _‘C;vld + 5 (HJ_ + L;vldnJ_DHl‘C;v]d> :

Denote by &y 4,(dg) the invariant measure of the Markov chain generated by the limiting method
P . Proceeding as in Section 4.4 by first identifying the leading-order correction f> ~,, projecting out

averages with respect to 1z (dg) using 7" and replacing ﬁﬁp by O, the equality (4.34) allows us to
obtain

/ V() Hoo,ar(dg) = / V(@) B(dg) + AP / V(oo (@ TE(dG) + Al'Tary, (4.36)
M M M

where f> ~, is the unique solution of
Eovde,oo = _%D*l 4.37)

A more explicit expression can be obtained by noting that

1 1
Dp=—-V | —=AV —|VV|?) . Vg,
¢=3 <ﬁ | |> @

so that (recalling Loyg = —p~'V*V = —g~! ZdN 0. 9,4, where the formal adjoints are taken on L*(w))

i=1 "g;

1 1
M M 2 Jm B

1
=5 / @ Lova(AV — BIVV[?) dit.
M

Since f> ~ should have a vanishing average with respect to 1, this proves that

froo(@) = §(AV = BIVV|?)
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In fact, it is possible for the scheme considered here to precisely determine the leading-order cor-
rection for numerical averages by noting that

1 / Apdfi=— / o(AV — BIVVP) dT, 438)
B Jm M

so that finally

2

36 Aw(q) w(dq) + Atrany.

/ V(@) oo (dg) = / V(@) i(dg) —

4.9.3 Conclusion of the proof. We now come back to (4.26—4.27) and replace ﬁl(p by On¥r:

/5 ¥ diy a = /‘g V(L + APfo) A+ 1y + 15 a0+ AT ALy, (4.39)

where 7, is the same as in (4.36), while

CABA,yC
r:/,!y’A; = /(Poo,At - PZZ v )OnYr d/“y,At,
&

P = / [(Pocsar — PLEPABYE) 0,011 + APS o) dp.
g

We then integrate with respect to momenta in (4.39), and bound the remainders by K e=<74! in view

of the decomposition (4.25) and Lemma 4.2 (the operators Ppam 4, and erAc/2 being bounded on Lo,a
uniformly in Af).

4.9.4  Proof of (2.37) for fL27 M. We set

Uyopi = oV AIC/2 JAIAJ2 (A2, T, QB2 GAIAL2 y AIC)2
so that Pﬁf’yc”A’B =T, U, A while PVCA BAYC _ = U, Ty ar By the TU lemma,
/wd BAyCAB /(Uy ) dut CABAYC
— [ WUt @5t [ (U= U 5 a0

where we have introduced Ug ar =7 eAMA/2 oAB/2 The second term on the right-hand side can be
bounded by K e~74" in view of Lemma 4.2 and the moment estimate (2.17). For the first term in
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the right-hand side of (4.40), we use (4.39) and the following expansion (using the rules (4.29-4.30)):
fory €S,

A[2 2 4 At2 4~
Uoo,AII/f = Uoo,AﬂTl/f = w + ?JTA 7'[1// + At Iy A= W + @AI// + Af Iy, Ats

where the remainder 7y », is uniformly bounded for At sufficiently small. Therefore,

A R
/ (Useorth) dp/SABATC _ / WO+ AP it T [ Aty
£ £ £

where f> » is given in (4.9.2). The remainder 7y, , 4, is the sum of terms of order Af* and others which
can be bounded by K e=<4", We conclude by resorting to (4.38) to compute the formal adjoint of the
operator A, on L*(u).

4.9.5 Proof of (2.37) for fFSPAPYC and £PY P4 We mimic the above proof for the evolution

2,00 2,00
operator PZ,C’B’A’B’VC. The equality (4.28) still holds, but the operator S4 now reads

3
S, =A*+2BA* + 5BZAZ,

so that

2 2 2 1 T 2
Dy =2VV:Vig+ gV(AV) - Vg = VVI(VV)Ve.

A simple computation shows that

/ D(pdﬁ:—l/ V(AV—'B|VV|2)-V¢du:/ Lowa (AV—'B|VV|2><pd,u,
M B Jm 2 M 2

so that, in view of (4.37),

1 B a
yC.BAB,yC 2 BV
=—— | AV — —|VV|" = —/— ).

Note that the constant added on the right-hand side makes sure that the right-hand side has a vanishing
average with respect to [t

. AByCBA
The expression of f; 2.

300 is obtained via the TU lemma, introducing the limiting operator

At?
Usoim =10 B2 4427 — 7 4 TT((AZ + 2BA) + A*R A,

so that

NEVCBA — gy CPABYC L L (A 4 2BAY) 1 =11 SPAPC 4 L (BAR) 1=~ (AV — apy) .

2,00 ,00

Let us conclude this section with the proof of Lemma 4.2.
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Proof of Lemma 4.2. The conclusion follows, for instance, by an application of Rey-Bellet (2006,
Theorem 8.7), considering as a reference dynamics the Ornstein—Uhlenbeck process

2
dp,=—M"'p,dt + , /Fydwt

with generator C defined on functions of S which are independent of ¢ (recall that the unique invariant
probability measure of this process is « (dp)). To apply the theorem, we need to show that K is a
Lyapunov function for any s > 1. We compute

25(dN + 25 — 2)
B

for an appropriate constant b; > 0. This shows the existence of constants R;, o; such that

C’Cx = <—2Spr + > |P|2(S_l) < _’Cs + bs

@) - /IR @) K<dp>’ <R f 12, @ Ks (),

where the notation Lg (dp) emphasizes that the supremum is taken over a function of the momentum
variable only. The desired result now follows by applying the above bound to the function ¥ (g, -) for
any element ¢ € L , and taking the supremum over g. 0

4.10  Proof of Proposition 2.22

Recall that we set M =1d for overdamped limits. We consider first fZVC’B’A’B’VC, which satisfies (2.27).
Let us first compute the right-hand side. Since

(A + 3B)gl=Bp" (VV)p = 3IVVP),
a simple computation shows that

5 1 1 _ ﬂ 3 . T 72
g=5,A+B) |(A+B)g| = (VV):(p®p@p) = 3p (V2V)VV]

Note that the above function has average zero with respect to . We then apply Theorem 2.5 to obtain
K
C.BAB,yC - 1=
P — Lo @+ BIC Bl < -

Since
CUVV):p®p@p)]==3(V'V):p®p®p) + ngV(AV),

it is easily checked that

1
Clzg= —%(VW) (p®p®p) — ngV(AV) + ng(VZV)vv
B

=——A’nV +Ax —l(AV) + é|VV|2 .
36 6 8



THE COMPUTATION OF AVERAGES IN LANGEVIN DYNAMICS 71

To compute 7 (A + B)C -1 g, we rely on (4.31) and (4.32) and obtain

N 1 /1 1 B
A+B)C 'g=—— ( A’V —=VV.V(AV Lovi | —=(AV) + Z|VV)?
T(A+B)C g 12(ﬁ ( ))+ d< 6( )+8| |>

1 B 5
=Lovi | —=AV + E1VV]?).
ﬁd( 2 +8| |>

This allows us to conclude that the limit of fzyC‘BA’B’yC is the argument of the operator L,y4 in the
previous line, up to an additive constant chosen to ensure that fzyC’B’A’B’yC has a vanishing average

with respect to v (which turns out to be agy/8). We deduce the limit for 2A BYCBA With (2.27) since
(A+B)g=p"(V?V)p — [VV|*.
The expressions for the limits of £ “**47< and £ “** are obtained in a similar fashion.

4.11 Linear response theory

4.11.1 Definition of the mobility in (3.4). We briefly sketch the discussion in Stoltz (2012,
Section 3.1) (see, in particular, Theorem 3.1 in this reference). Hypoellipticity arguments show that
the measure (, , has a smooth density with respect to the Lebesgue measure. It, moreover, formally
satisfies the Fokker—Planck equation

(L) 41Dy =0, 11y0(Cgdp) =hy(@puCgdp [ dupy =1 @aD
&

This equation can be given a rigorous meaning when 7 is sufficiently small. We rely on the following
result (proved at the end of this section), which is itself based on the fact that ([ﬁ’}’j)_l can be extended

to a bounded operator on HO (see Theorem 2.4 and the comment after it).

LEMMA 4.3 The operator (E;)’lf*, considered as an operator on the Hilbert space H® = L?(u) N {1}*
introduced in (2.8), is bounded.

Denoting by r the spectral radius of (E;)’lﬁ* € B(H"), it is easily checked that (L, + nL)* is
invertible for || < r~! with

+o0
[(Ly +nL) 1" = (Z(—n)"[(ﬁ’;)—%*]”> L.
n=0
Therefore, a straightforward computation shows that
+oo .
hyn(@p) =1+ (=n)"[(L3) " LT (4.42)

n=1

is an admissible solution of (4.41), and it is in fact the only one in view of the uniqueness of the
invariant probability measure (since 4, , can be shown to be nonnegative). Note that the normalization
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of the measure A, , div does not depend on 7. Finally,

L FM o == [ FM U012 E Mg dp) + o,
with 7, ,, uniformly bounded as n — 0. This gives (3.4).

Proof of Lemma 4.3. Note first that the image of L* is contained in H° since, for anyu €S,

/ﬁ*ud,u:/u(ﬁl)duzo.
& &

It is therefore possible to give a meaning to the operator (C‘;)’lf* as an operator on S. We then check
that the perturbation Lis L, -bounded (with relative bound 0, in fact): for u € S s

Ao 2 2 2 2
1 Lullz2q0 < IFITNVpulizagy = —=BIF I (u, Lyudr2 gy < BIF I ullzgo 1 £y ull 20,

so that, for u € H° (recall that E;lu is well defined in this case),
5=l 112 2 —1 2 -1 2
IEL, 22y < BIFP g0 1L; ull 2o < BIFPIL, sao lull,.

This proves that EE;' is bounded, hence its adjoint is bounded as well. O

4.11.2  Proof of Lemma 3.2. Recall that we set mass matrices to identity when considering over-
damped limits. Since

L,(F'p)=—yF'p—-F'VV,
it follows (using first (4.42) to compute the linear response and then (2.11) to obtain the asymptotic
behaviour of L' (FTVV) as y — 400)
—im Y [ FT —lim ~ [—FT _ T
YVFy = lim F'ppyy(dgdp) =lim — [ [=F VV(g) — Ly (F p)ly,(dgdp)
n—0n Je n—>0n Je
=8 /g F'p L'[F'VV(g) + L, (F'p)lu(dg dp)
_ 1
= IFP 4+ [TV, LTVl d) + o,
1
=|F* + / (F'VID) Loy (FTVV) (dg) + —r,
M 4
1
=|FI*+8 / (FTVVL WFTVV)I(dg) + —r,
M 14
, 1
=|F| +VF+*ry7
14

where r,, is uniformly bounded for y > 1. This gives the desired result.
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REMARK 4.4 The article Hairer & Pavliotis (2008) in fact studies the limiting behaviour of the auto-
diffusion coefficient, as computed from (3.6):

BDr :/ |F + V,L L (F - VV)|*df.
M
Using Loy = —p7! V; Vg, a simple computation shows

ﬂEF=|F|2+2/M FTvqc;Vg(F-VV)dM+/M IV, LoL(F-VV) |2 di

=|F*>+ 2/M (FTVID Ly (F - VV)d + /M ViV, Lo (F - VV) LOW(F - VV)di
—IFP 45 | FIVVLLE- V),
M
so that BDp = |F|*> + .

4.12  Proof of Theorem 3.4

The proof again is along the lines of the proof written in Section 4.4, and we are therefore very brief,
mentioning only the most important modifications.
Case a = 1. Let us first consider the first-order scheme PZ,C‘BML’A. Using the notation introduced in

Section 4.3.1, and recalling the definition B,y = B 4+ nL, we write

2

. At AP
PLEBTEA —1d + AA + B, 4+ yC) + 7T[(A +B,+y0)*+ —R

5 Ruar (4.43)

with

1 ~
Rya= / (1 —6)’T[(A+ B, + yCO)P}SPEAP dg.
0

All the operators appearing in the expressions above are defined on the core S, and have values in S.
Since

1
HAB, _ AIB _ '7/ 9B 7 198 g
0

it is easy to see that the operator R, 4, can be rewritten as the sum of two contributions: R, o, = Ro a; +
nR, ar, where, for ¢ € S, the smooth function R, 4,4 can be uniformly controlled in 5 for || < 1.
Finally, the evolution operator can be rewritten as

o L AP
PLOPTEA Z1d + AKL, + nL) + 7(53 + 81+ nDy) + AP Ry pis (4.44)

where S is defined in (4.15) (which corresponds to the case n =0), D; = 2y C + B)£~ + E(ZA + B)
and
At nAf -

2
]’] ~,
%W,Az = TRO,AI + 72 Rn,At + ?ﬁz'
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We then compute, forp e Sand fi 1, € S to be chosen later,

C.B+nL.A
/ Id— Py 0
P At

~ At
= —/ Kﬁy +nl+ 7@?, +S1+nDy) + At%n,m) 4 (1 + Atfr0, + nfory +nAtfi 1) dr
£

(I + Atfi10, + nfo1y + n4itf11,) du

B 1
=-7 /g[&p + (Lyo)for,ldu — At/g [2SI¢ + (£y§0)f1,0,y:| du
- 1 1
- T)Af/g |:(£‘p)fl,(),y + E(ﬁ}z, + 8D fory + (Ly@)fin, + Zlep} du

< AP
- HZ/(EQD)(fo,],y + Atfi,)dp — - /[(5,2, + 81+ nD)el(fio,y + nfiny) dr
g E
Y / Ry nio(L+ Moy + ifory + Aty ) di.
£

The first two terms in the last expression vanish by definition of f;, and fi,, while the third one
vanishes when the function fj ; ,, is defined by the Poisson equation

Lifiny =—L"froy — 2(L2+ ) for, — 3Di1. (4.45)

It is easy to check that the right-hand side of this equation has a vanishing average with respect to i
(integrating with respect to  and letting the adjoints of the operators act on 1). We then project (4.43)
using [T+ and introduce the approximate inverse, defined on S as

" At
Qnar=—L" + 0L, THLITHL" + 7[1'1l + L' (S + 9D IT L'

At ;
— L T LT L () 4 TS\ T 4 0T Dy T

At 5
= LN+ ST 4 T D T £ T LT

obtained by truncating the formal series expansion of the inverse operator by discarding terms associated
with 5% or Af>. The approximate inverse is such that

L (Id _ Pztc,3+n£,A

At ) M50y a =1+ 0’Ry 4+ APR] 4,

with R;z;,m = R(ZJ’A, + rﬂi%,m. We then replace I7+¢ by O, 4, and conclude as in Section 4.4.
Case a = 2. The result for the second-order splitting is obtained by appropriate modifications of the

proof written above for p = 1, similar to the ones introduced in Section 4.6. We will therefore mention
only the most important point, which is the following. Replacing B by B,, in the expansion (4.22), we
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see that

d— PZC,BU.A,BW,)/C
t

L At < 1 . _
= =—L, —nl - 7(@ +nLl)? — AP (6(£y +nL)? + S, + nsz,,,) — APR, A

n* At

~ At ,  nAt 5 = ~2 AP
=_cy—nc—7£y—7(cyc+z:cy)— L= Al (L) +5:

1 ~ ~ ~ ~
AP (6 (@L +L,LL, + ﬁﬁi) + Sz,o> + Ry 1

where %, s, regroups operators of order A1 or A* 1> for a, @’ > 0, the operator S, is defined
in (4.21) and S, , satisfies

~ ~ 1 ~ 1 -~ ~ ~
128, , = [A,[A, L]] — E[B’ [£,A]l - 5[5, [B,All + v[L,[A+ B,Cll + y[A + B,[L,C]]
oo R P

We next compute the dominant terms in

C,B,.A.B,.yC
/ Id — P, y 0
& At

We consider only contributions of the form n"‘At"" with =0, 1 and 0 < &’ < 2. The contributions in
At, At* are the same as in the case 7 = 0 and therefore vanish. The contribution in 1 vanishes in view
of the choice of fq 1 ,,. For the same reason, the contribution in n At vanishes as well:

1+ Atzfz,o,y + nfor, + nAt2f2,1,V) du.

nAt

- - At ~
= L i oo+ o] au=-1 /5 (Ly ) (B 1+ Lo d =0,

The contribution in 5 A#? is proportional to

/ [(cii +L,LL, + LL2
&

5 + 32,0) ¢+ (Lo, +

/:3
<6’/ + Sz> 4 Jfoiy + (EyW)fZ,l,y] du.

The requirement that this expression vanishes for all functions ¢ € S characterizes the function f5;,,
(the discussion on the solvability of this equation following the same lines as the discussion on the
solvability of (4.45)). The proof is then concluded as in the case p = 1.

4.13  Proof of Theorem 3.6

The proof of this result is obtained by modifying the proof of Theorem 2.21 presented in Section 4.9 by
taking into account the nonequilibrium perturbation, as done in the proof of Theorem 3.4 presented in
Section 4.12. We will therefore be very brief and only mention the most important modifications.

We write the proof for the scheme associated with the evolution operator PZtC’A’B”’A’yC, for instance

(since this is the case explicitly treated in Section 4.9 for n = 0). First, arguing as in Section 4.9, we see
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. . AB
that it is possible to replace PZ,C’ BrArC by

BIA/2 OB, ,AIA/2

7T Pham,aigT =T € ne

up to error terms in the invariant measure which are exponentially small in y At. Note that
B, =(F —VV) -V, so that the rules (4.29-4.30) are still valid. Therefore, introducing again
h= A2,

Ar? 5
7 Pham, AT =1 + TJT(A + B,

Art 4,30 3 2, 30 1y s 6
+ HT[ A =+ EA B-,]A + EAB,,’A =+ EBWA + EB,]A T+ At RAZ,‘V]
=7 + hit(Lova + N[LA + B) + (A + B) L] + n* L7

h? - -
+ 5<£§vd + D+ Dy + n*Dy)m + ARy,

where D is defined in (4.33), and the expressions of the operators D; (i = 1,2) are obtained by expanding
the various terms A“BzA" in powers of n. Keeping only the dominant terms, we arrive at

ovd

h? ~ ~ W .
P, aia = + hona™ + = (L2yg + D)+ nhr [ LA+ B) + (A + B) Ll + %Dl + Rary.

Since
7(LA +B) + (A +B)L)wr =7 LA = Loy,

we conclude

~ h? .
nPham,At,rﬂT =1+ h(Lov + nﬁovd)ﬂ' + E(Egvd + D+ nDy) + %Az,n-

This relation is the analogue of (4.44) in the overdamped limit, and the remainder of the proof is carried
on following the strategy presented in Section 4.9.
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