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The usual multipolar Hamiltonian for atom-light interaction features a nonrelativistic moving atom interacting
with electromagnetic fields which inherently follow Lorentzian symmetry. This combination can lead to
situations where atoms appear to experience a friction force, when in fact they only change their internal
mass-energy due to the emission or absorption of a photon. Unfortunately, the simple Galilean description of
the atom’s motion is not sufficient to distinguish between a change in momentum due to acceleration and a
change in momentum due to a change in internal mass-energy. In this work we show how a low-order relativistic
correction can be included in the multipolar atom-light Hamiltonian. We also give examples how this affects the
most basic mechanical interactions between atoms and photons.
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I. INTRODUCTION

The mechanical interaction between atoms and light is well
studied and successfully tested to high precision, yet there
is always room for puzzles and surprises. For example, we
recently demonstrated that an excited atom traveling through
empty space appears to experience a friction force connected
to its spontaneous decay [1-3]. Of course, a decaying atom
will experience a recoil, but in the atom’s rest frame one
clearly sees that this recoil averages to zero. However, a
combination of the first-order Doppler shift and aberration
leads to an average change in the atom’s momentum (P) =
—Thks(P)/(Mc), where T' is the atom’s decay rate, k4 =
wa/c the wave number of the atomic transition, (P) the
momentum expectation value, and M the mass of the particle.
This change in momentum is thus proportional to the recoil
of the particle and its velocity and has the form of a friction
force. At first sight this result suggests that one observes a
decelerating atom in the laboratory frame, while an observer
comoving with the atom sees no change—this result would
contradict both Galilean and Einsteinian relativity. We should
point out, for the sake of clarity, that the effect considered here
is distinct from the (quantum) frictional force experienced by
an atom or other objects moving with respect to a dielectric
plate [4-8].

The famous connection between energy and inertia, £ =
mc? [9] solves the puzzle: During the emission process the
atom loses energy, and hence the momentum changes, not due
to a deceleration, but due to a change of mass-energy. It might
seem surprising that Einstein’s famous formula is required
to discuss an effect appearing in nonrelativistic atom-light
interaction. But one can show that the first-order Doppler shift
and aberration [58], which are both correctly described in
the electric dipole Hamiltonian, are enough to obtain these
spurious friction terms due to the change in mass-energy [1,2].

Both the puzzle of this “vacuum friction” and its solution
are classical problems and appear trivial when discussed in
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a relativistic framework involving four-vectors, etc. Here,
however, we are interested in the implications of this puzzle
in the context of the nonrelativistic discussion usually applied
in quantum optics. In this context the solution to the friction
puzzle had to be included “by hand.” The framework of
the Hamiltonian gave no reason to believe that the mass
M appearing in P ~ MR should be understood as a time-
dependent mass-energy. Indeed, the Heisenberg equations of
motion for the velocity of the atom does not include this
correction. The solution presented in Ref. [1] is plausible and
strongly supported by classical arguments [9], but it has not
been derived. Other authors noting related effects in moving
dielectrics also had to argue similarly [4,5].

For consistency the Hamiltonian structure of nonrelativis-
tic quantum mechanics should indicate clearly if a change in
momentum P is also connected to an acceleration R. After
all, the canonical momentum P and the position R are inde-
pendent variables. In the example of the emitting atom [1],
however, we found M (R) = (P), wrongly suggesting that the
spurious momentum change leads to a friction-like decelera-
tion of the atom.

It should be possible to distinguish, in principle, between
actual (friction) forces in atom-light interaction, and those
changes in momentum that originate in a change of internal
energy and do not lead to a change in the motion of the
particle. Given the ever growing precision demanded from
and delivered by quantum optics experiments, there may
come a time when such a distinction is necessary to explain
observations.

In this work we derive a modification of the usual mul-
tipolar atom-light Hamiltonian to address these issues. Usu-
ally, atom-light interactions are derived from a Lagrangian
in which the particles’ motion is fully described in a
nonrelativistic framework. Our approach starts with the Dar-
win Lagrangian (Sec. II), which gives an approximately
relativistic description of the motion of and interaction be-
tween charged particles. Canonical quantization, in Sec. III,
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followed by a Power-Zienau-Woolley (PZW) transforma-
tion [10-12] in Sec. IV will then give a multipolar description
in the center of mass frame. As the usual center of mass is
not suitable for an approximately relativistic framework we
will perform a further transformation to a central coordinate
similar to the center of energy in Sec. V. There we will
arrive at a simple and natural Hamiltonian Eq. (29), which is
still essentially nonrelativistic, but properly accounts for the
leading-order mass defect.

The individual steps used in this work have been published
before, either in textbooks [13—15] or as individual articles
(we are mostly indebted to the work in Refs. [16,17]) but,
to our knowledge, there has not yet been a comprehensive
work combining all these aspects and focusing on the role of
internal energy in an atom’s equations of motion.

Of course, relativistic extensions and corrections have long
been part of atomic and molecular physics [18-20]. To our
knowledge, however, these corrections usually consider a
static nucleus providing a central potential for the electrons,
with the atom as a whole at rest. One reason for this is that
the Currie-Jordan-Sudarshan No-Go Theorem states that a
fully relativistic canonical description of a set of interacting
point particles is impossible, unless one works in a frame with
vanishing total momentum P = 0 [21,22]. For the problem
discussed here it is necessary to give a framework where the
total atom is moving. This is possible because our discussion
is not fully relativistic but only a lowest-order post-Newtonian
extension for which it is possible to construct a Hamiltonian
formalism.

During the completion of the present work we noticed a
series of publications by David Alba and coworkers who ex-
haustively address the issue of relativistic atomic physics; see
Refs. [23-25] and references therein. The low-energy limits
of their results also contain modifications to the total kinetic
energy of the atom similar to those derived here, cf. Sec. TA
or Eq. (29). The quantum-optics-inspired approach presented
here complements earlier and more rigorous mathematical
treatments.

Recently, there has been new interest in studying the
coupling between gravity and quantum mechanics in light
of Einstein’s equivalence principle [26-30]. Using arguments
such as the one given in Sec. I A or based on low-energy limits
of the Klein-Gordon equation [29,31], one can show that the
gravitational field couples not only to the bare mass of an
atom, but also to its internal energy state. This coupling is
comparable to the corrected Hamiltonian derived in this work,
although anomalous friction due to changes in internal energy
has not been studied previously.

At the end of this work we shall explore various examples
to study the implications of this modification in Sec. VI.

A. Expected form of an approximately relativistic Hamiltonian

Even without a formal derivation it is not difficult to
anticipate the type of Hamiltonian we should find later. The
classical relativistic Hamiltonian for a free spinless particle of
mass M and momentum P is given by

P2
Hpree = VP22 + M2 ~ Mc* + —

M M

TABLE I. Comparison of energy scales for a (hydrogen) atom
interacting with a radiation field (M ~ proton mass, reduced mass
n ~ electron mass). The strength of the atom-light interaction is
chosen such that the interaction energy of the laser field #€2 is of
the same order as a typical atomic decay rate 2 ~ I' ~ MHz.

Masses: Mc? ~ GeV, uc* ~ 0.5MeV
Atomi ies: Ham - 2 ~eV
tomic energies: AR g e

Atom-light interaction: Hy ~ —d-E =h1Q ~ 10%V

We are searching for a Hamiltonian where inertia depends on
the internal energy of the particle. Hence, we replace M —
M + Eiy/c? such that

2 p’ Eine
Hfree_)H’ch +Eint+ﬁ 1_MC2 . (2)
If Q denotes the position of the particle, then this gives Q=
S H or P~ Q(M + Ejy/c?). A change of momentum can
thus be due to an acceleration or a change in internal energy.
For an atom interacting with an external light field this
suggests a Hamiltonian of a form

P2 L Ha
H—m( —W>+HA+HL+HAL, 3
where H, describes the internal atomic degrees of freedom,
Hy is the energy of the radiation field, and Hap gives the atom
light-interaction and the constant mass term has been dropped.
In the following sections we shall derive this Hamiltonian.
As mentioned in the introduction, several works on the
coupling between internal energy states and gravitational
fields use similar arguments [26—30,32]. But this short deriva-
tion considers the atom as a single entity and thus cannot
incorporate the subtleties that arise in the microscopic descrip-
tion following below.

B. Hierarchy of energy scales

Before we begin to derive our Hamiltonian, let us briefly
discuss the energy scales involved in this problem. The biggest
energies by far are the total mass and relative mass of the
system, M = m| + m, and u = m1my/M, respectively. Next
are the internal transition energies of the atom which are much
larger than the energies involved in the atom-light coupling.
Table I gives an overview of these energies for a hydrogen-like
setup (particle 1 is an electron, particle 2 the proton).

Table I does not include the total kinetic energy of the
atom, P2/(2M ), which can vary between 104 eV for an
ultra cold gas and almost be of the order of atomic energies
for a hot vapor. For the approximations made in this work,
we shall keep corrections of order Hp /(m;c?) but drop terms
~Har /(m;c?) for any of the two masses i = 1, 2.

We note that neglecting terms of order Hup / (m;c?) also
implies that we drop any terms possibly giving an Aharonov-
Casher interaction, which would couple the magnetic dipole
moment and velocity of the atom with an external electric
field [33]. As shown in Eq. (17), the magnetic dipole mo-
ment already depends on particle velocities, such that the
combination of these three terms goes beyond our level of
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approximation. Studying the relation between our approach
and the proposed connection between the Aharonov-Casher
effect and the difference between center of mass and center of
energy [34] will thus be left for future work.

II. CLASSICAL, APPROXIMATELY RELATIVISTIC
LAGRANGIAN FOR CHARGES AND EXTERNAL
RADIATION FIELDS

We start from the classical Lagrangian for two particles of
mass m;, charge e; at positions r;, and velocities r;, i = 1, 2,
interacting with electromagnetic potentials ¢y, Ao [13],

L=-— Z m,-cz,/ 1-— i‘iz/Cz +/d3x(.] . Atot - p¢lot)

i=1,2
&
+ 50 / BR[O Awi + Vo) — (Y X A)?]. (4)

The first term describes the relativistic motion of the particles,
although only terms up to ~r?/c? are required to obtain
the Hamiltonian outlined above. The second and third terms
contain the dynamics of the fields and their interaction with
the charges via the density p(x,7) =), ¢;6(x —r;(¢)) and
current j(x, 1) = ), e;1;8(x — 1;(1)).

The potentials Ay and ¢y contain contributions from
external fields as well as the fields generated by the moving
charges. With Ay = A + A we shall only keep the external
radiation potential A as an independent variable, the potential
generated by the charges, A, shall be expressed in terms
of the particle coordinates, cf. Appendix A. Additionally
we choose the Coulomb gauge where V-A=0<«< A=
A+ while ¢iof = Pinernal = ¢ (the external scalar potential
vanishes in the absence of external charges) [59].

The internal potentials satisfy Maxwell’s equations in the
Coulomb gauge,

1 92 .
V¢ = —p/eo, (v2 - c‘zﬁ)“‘“ = —pojt, ()

with j* = j— jl = j — &9V ¢. Using these, partial integra-
tion and the identity V x (V x AY) = —V2AL = pojt —
32AL/c? we get

3 [ @x@.A"+ vy

_ 82_0 / Px((3.AY) — (V24))

= % / d*x(e0(3; A1) + po), (6a)

80C2

—T/dgx(V X Al)2

_ _2_;0 XA - (V x (V x AY))
- _%/d-*xAi g+ %‘)/cﬁxAi -(32A1). (6b)

Using these relations and A - 324" + (3,.A")? =
9?2 (\A1)?/2 we can rewrite the initial Lagrangian from Eq. (4)

in the form

I’I’l,l‘,2 I',2 1 3 . L
L_ZT<1+E>+§/dX(J-A — p)

i=1,2

+ 5 [ AR - @ <A
+ /d3xj At +sofd3x[(a,,4i) - (3,AY)

2
—A(Vx AN (Vx A+ Z—O/CPX%(AL)Z.
@)

The first two terms of this Lagrangian describe the approx-
imately relativistic motion of the particles and their inter-
action with the fields generated by their respective coun-
terparts. Using the internal fields calculated in Appendix A
we see that these two terms give the well known Darwin
Lagrangian (9) [13,37]. The third and fourth terms describe
the external radiation field and its interaction with the moving
charges in the usual form. The remaining terms in the final
two line are studied in Appendix B where we argue why these
can be neglected for the problem of interest here.

III. FROM CLASSICAL LAGRANGIAN TO QUANTUM
HAMILTONIAN IN MINIMAL COUPLING FORM

In the previous section we derived the Lagrangian for two
charges with spin zero (the atom) interacting with an external
radiation field to the lowest approximately relativistic order,

. oAl il
L(r;,xr;, 13,1, A, A7)

. . &
= Lounin(r1, 1,1, 82) + 2 f PxI(O ALY
—A(V x AYH +/d3xj AL (8)

Using the internal potentials ¢ and A’ calculated in
Appendix A, cf. Egs. (Al) and (A3), we obtain the Darwin
Lagrangian [37]

LDarwin(rls i'l’ I, r2)

I’)’l,l‘l2 1'12 1 3 e n
=> 5 <1+P)+§/dx(,]~¢4 — p9)

i=1,2

mlrlz }’I’lll‘i1 m2r§ Inzl’g
2 8c? 2 8c?

| .
— % 1 — f1-1 +
4rey 1 2c?

wherer = r; — rp and r = |r|. If we define r; and r; to be the
positions of the electron and proton, respectively, then e, =
—e| = e, the elementary charge, and r is the vector pointing
from the nucleus to the electron.

To obtain the corresponding (classical) Hamiltonian we
calculate the canonical momenta associated with the particle

erey (ry-r)(fz-r)
4 ey 2r3c? ’

9
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coordinates r; and the external field A+,

] 2
pi = —L =mik; + ;A () —miri =5

) 2c?
1 ee. r(r;-r)
i : , 10
4eg 2rc? |:r] r? (10)
L AL
I = 1oL =ed’, (11)

for i = 1,2 and j # i. This gives us the resulting classical
Hamiltonian

I R R T
2my  8mic?  2m;  8m3c?

n 1 ﬂ | PP _ e|ep (1_31 'r)(ﬁz'r)
dmey r 2mmoc? 4 2r3c?
+2 / SXI(TT J20)® + AV x ALY, (12)

where p; 1= p; + e;AL(T;).

We see that this classical Hamiltonian contains products
of the momenta p; with functions of the positions r;. As the
corresponding quantum operators do not commute we have to
be careful to obtain the correct ordering during the canonical
quantisation. To achieve this it is useful to return to the Darwin
Lagrangian Eq. (9) to see that these problematic terms arise
from the coupling j - LA, which can be symmetrized as

1
— | &xi- At
2/ X

1
= gleilh CAN(r) 4+ AN (r) - 1]
+ey[i - AT (ry) + AT (1)) - 1]}
1
~ Z{e_lml CARr) + AN Pl + (1 92)}
nj

e1e[P; - 1P, + (@) )5 P+ (1 < 2)]
167‘[8002}1’111’!’12 ’

For the final line we used the fact that [p;, r] = —[p»2, r] and
a symmetric version of LA+ from Eq. (A3),

ej[%ﬁj +§j% +5@-p)+ (P, )5l
167T80CZH1j

Al(ry) = :
with j # i to avoid infinite interaction between particles and
their own fields.

The quantum Hamiltonian in minimal coupling form thus
becomes

Himin.c
— —
P P 1 eler 2o / 3oremrl /o2
= — + —= —+ — | &’x[(1
2my  2m, 4dmey r 2 X[(I*/é0)
Pl [

+(V x AT+
e /] 8mic?  8mic?

_aea[P - 1P+ By DA B + (1< 2)]
16n8002m1m2

. (13

where the first four terms are the usual expression for two
charged particles in a radiation field and the remaining terms
are due to post-Newtonian relativistic corrections. A similar
setup including the spin of the electron but without external
fields can be derived from the Dirac equation and is then
called the Breit-Hamiltonian [20,38]. Of course, including
the spin of the electron and nucleus gives rise to a new
wealth of phenomena including, for example, Zitterbewegung
and associated subtleties in the interpretation of position and
momentum operators [39,40].

Note that from now on r;, p;, AL, and I+ are understood
to be operators with [r; s, p;;] = i/8; ;6 for r;; being the
kth component for the position operator of the ith particle
and [A,J;(x), l'[f(x’)] = ili8; ;81 (x — x') [41]. But aside from
the examples in Sec. VI, the entire derivation given here is
also valid for classical systems where the commutators are
replaced by Poisson brackets.

IV. PZW TRANSFORMATION TO A MULTIPOLAR
HAMILTONIAN IN CENTER OF MASS COORDINATES

The Hamiltonian given in Eq. (13) describes the approxi-
mately relativistic dynamics of two charged particles of spin
zero in the presence of external radiation fields. As we are
interested in a separation between relative and central dynam-
ics of the particles, we shall transform the minimal coupling
Hamiltonian Hjmin ¢ j to @ multipolar form [35].

There are a number of ways to transform a minimal cou-
pling Hamiltonian into a form with central and relative coor-
dinates suitable to describe mobile atoms or molecules [15].
Here we choose the Power-Zienau-Woolley (PZW) trans-
formation in the form of a unitary transformation of the
Hamiltonian combined with a multipolar expansion and the
introduction of center-of-mass coordinates. But of course it
would also be possible to apply an equivalent transforma-
tion to the underlying Lagrangian [12,42,43], similar to the
Goppert-Mayer transformation [44].

The discussion here follows closely that given in previous
works [17,41] and is included here for completeness. The
PZW transformation is given by the unitary operator,

U=e¢'"=exp [;_l—’fcﬂx’P(x, 1) At(x, t)], (14)

where P is the polarization field centered at a position R,

Px.1) =Y elri(t) — R()]

i=1,2
1

x / dr8{x — R(t) — A[r; (1) — R(O]}.  (15)
0

The interpretation of P as the polarization field is sup-
ported by V - P(x,1) = —p(Xx, t), where p is the density of
the (bound) charges in the atom such that the electric displace-
ment field is D = ¢oE + P = —1II 4 P [43]. We also get

APx, 1) =jx,1)—V x MX, 1)+ V x [R x P(x,1)],
(16)
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with the magnetization field,

Mx.1)= Y elri(t) — R@] x [() — R(1)]

i=1,2

1
x/ dAAs{x — R(t) — A[r;(t) — RO} (17)
0

The final term in Eq. (16) is the so-called Rontgen current
which describes the magnetic moment due to an electric
polarization moving at velocity R [45-47]. In principle, R
could be any position we choose to be the center of our atom,
but as discussed in Sec. VB it is convenient to choose the
center of mass,

miry + msr

R= ,
M

(18)

where M = m + m,.
As A is a function of the positions r; and the potential A+,
only the respective canonical momenta are changed:

pi = UpU' =p; + VA,
ot(x) > MH(x) — PH(x).

(19a)
(19b)

Here, V,, denotes derivation with respect to the position of
the ith particle.

Performing the integral with respect to d>x shows that
hA=—Ye; Jy d\F; - AL(R + AF;), whereT; :=1; — R.
Expanding to first order in T; (electric dipole approximation
[60]), we obtain

V.T; - AX(R +AT))

- (3,,- - %)AL(R +AF))
+ [m,;j +(1— A)%}{(f/ - V)ALR + AF))
+T; x [V x AZ(R +AF))]}
~ (8 — SIS (R) 4+ A(F; - VA (R)]
+ [wi,- +(1— x)%]{(f,- .V)ALR)
+T; x [V x AT(R)]}. (20)

Integrating over A and using ijl‘z e; =0, we find

AV. A~ +e[AL(R) + (T, - V)AT(R)]

eir; + exrp
2

Recognizing that A*(R)+ (7 - V)AY(R) ~ At(r;) and
defining the electric dipole moment d = ), e;r; we see that
the PZW-transformation followed by the dipole approxima-
tion gives p; + ¢;A(r;) — p; +d x B(R)/2.
Inserting this into the second line of the Hamiltonian
from Eq. (13) we notice that there will be terms of type
pi - [d x B(R)] o Ipi| |d E(R)I. 22)

mim ;c? m;c

I

x [VxA*R)]. (2D

)
m;c

As |d-E(R)| < €?/(4megr) < mic? is the energy scale for
the interaction between the atom and the field, we can safely

neglect these terms so that

[Py + 3d x BRP | [p2 + 5d x BR)P

H[mult] x~

2m1 21’)12
e €0 3 1 132 ,.2 2
_47t80r+5 dx[(l'[ —Pi)/eg +cB ]
L _Pi P ¢
8mict  8m3c2  16mweocimimy

1 1
X [p1 P2t () S(r pz)+(1<—>2)] (23)

is the multipolar Hamiltonian Hymug = UHpmine U t in elec-
tric dipole approximation, P, = —ddé(x — R). To complete
the change to the center of mass frame, we define the mo-
mentum conjugate to the distance variable r as p, such that

=M2p (24)
P12 = M Pr,

where P = p; + p, is the total momentum which is also
conjugate to R. Using [P, p,] = [P, r] = 0 and the relative
mass @ = mm,/M we obtain a Hamiltonian in the center of
mass frame

Hicom; = Hc + Ha + Har + Hy + Hx,
P2 p2 1 (p &
He=—l1- 55— 7515, — :
2M 4M?c Mc* \2n  Amegr

_ P mi +m3 p; e’
Hy= Pr(1— -
21 M3 4p2c?

(25a)

1 1 1 1
X |:; + W(Pr P + Pr- rsr: Pr>j|,
(25¢)
1
Ha, = —d-EY(R) + ﬁ{P -[d x BR)] +H.c.}

mp —mp
— 5P [d x BR) +H.c]
miymyp

+ %(d x B(R))* + 2%0 [ PxPLx, 1), (25d)

H = %0 f Ix(EX + *B?), (25¢)
(P p,)’ e (P-r/ry
Hy = —
2M2puc?t  dmwegr 2M3c?
2
mp —myp 2
- =l pP. —
+ YT {( PoP;/ 1 Seg

x [11) pr + %(P ) pr) +H.c.“. (25f)
r r-

Here H¢ describes the central dynamics and Hp is the
atomic Hamiltonian with relativistic corrections; neglect-
ing the term [P/(M ¢)]?, we see that Hc already contains
Ha/(Mc?) and thus has the desired form given in Eq. (3).
Hap gives the interaction between the atom and the radiation
field in the dipole approximation; the first line contains the

042106-5



MATTHIAS SONNLEITNER AND STEPHEN M. BARNETT

PHYSICAL REVIEW A 98, 042106 (2018)

usual d - E coupling as well as the Rontgen term, in the second
line we find magnetic dipole terms and higher-order couplings
which are usually neglected [17,61]. Hy gives the energy of
the radiation field.

Finally, Hx contains terms that couple the internal degrees
of freedom r, p, with the central momentum of the atom,
P. As we discuss in more detail in Sec. V A, the presence
of this term shows that the coordinates R and r and their
respective momenta are not the optimal choice to separate
central and relative dynamics in an approximately relativistic
setting. We therefore need a further canonical transformation
to more suitable coordinates.

V. SEPARATION OF CENTRAL
AND RELATIVE DYNAMICS

Given that a system’s energy content is part of its inertia it
should not be surprising that the center of mass R is not the
optimal choice for an approximately relativistic discussion.
This is probably why several textbooks dealing with the Dar-
win Lagrangian contain the exercise to rewrite the correspond-
ing Hamiltonian in the center of energy frame [13,14] and
for P = 0 the reader will find the classical equivalent to Hp
given in Eq. (25¢). However, these exercises are problematic
because the center of energy coordinate R will also depend
on the particle velocities r;. Changing from ry, r, to central
and relative coordinates R and r is therefore not a point
transformation which preserves the dynamics of the single-
particle Lagrangian. Such a change is also not a canonical
transformation as it does not preserve commutation relations.
These problems are only covered up if we choose P = 0. We
shall discuss this in more detail in Sec. V A and Appendix C

It turns out that finding a canonical set of central and
relative coordinates for a relativistic, interacting set of point-
particles is a surprisingly complicated task. A theorem by
Currie, Jordan and Sudarshan even states that it is impossible
to find a relativistic canonical formalism for interacting point-
particles with nonvanishing total momentum P # 0, if certain
general conditions should hold as well [21,22].

Nevertheless, Close and Osborn managed to find expres-
sions for central and relative coordinates which at least allow
for an approximately relativistic discussion of interacting
particles [16,62]. Applying their result to our case we obtain
the following transformation to the new coordinates Q, q with
their respective canonical momenta P, p,

2 2
mp —mjp P e
R=Q+ "M ( P i He)=
Q-+ 2M32c? [(2uq+ C) 4n£0qq]

1
~ rel@ Pp+ (P-p)q+H.cl, (26a)
q-P
+ P'P my — ny
Pr=P 2M?2c? 2M?2c?
2 2 1 1
| Ep-C (Zp—L®P.qq)]| (26¢)
i 4meg \ g q°

Note that P remains unchanged as it already is the correct
total momentum and g = |q|. These new coordinates satisfy

the canonical commutation relations: [Qy, P;] = [qx, p1] =
ihéy and [Qg, qi] = [Qk, pi] = [Pr, pi] = [Py, qu] = 0. The
external radiation field AL at its canonical momentum IT*
remain unchanged.

As the differences between the old and new coordinates are
small, most terms of the Hamiltonian Eq. (25) transform by a
simple replacement p, — p and r — q. The only exceptions
are

pp P @ P’ m-m|p
—_— > — —_ —P . p
21 2u 2uM3c? 2uM3c?
e 1 1
~3 —P-p——=®P-q)q-p)+Hc|t,
TTE Lg q-
(27a)
&2 &2 ez (P q)2 m; —m, €
4w egr dmegq  dmwegqd 2M2 2 2uM?c? 4ms

1
x [;(P -q)(q-p)+H. c.]. (27b)
These changes add up such that the transformation to the
new coordinates gives

HA(rv pl‘) + HX(rv Pr, Rv P) - HA(‘]» p)v (28)

where Ha(q, p) is the atomic Hamiltonian from Eq. (25¢)
with r and p, replaced by q and p, respectively. The total
transformed Hamiltonian thus reads

p? H
g 2 [, _Hala.p)
2M Mc?

+HaL(Q, P, A, TH) + HL (AL, TTH),  (29)

with Ha = —d-E'+ ;L [P-(dxB)+H.c.] in the
electric dipole approximation.

This Hamiltonian and the path to derive it are the main
result of this work. It shows that it is possible to construct
a Hamiltonian which gives a clear distinction between the
change in momentum and the actual acceleration, even if
the internal atomic energy changes. It also has the form
anticipated in Eq. (3), which is most satisfactory.

i| + HA(qv P)

A. Remark: The difference between center of mass,
center of energy, and Q

In the course of this work, we mentioned three central
coordinates: the center of mass R Eq. (18), the new central co-
ordinate Q Eq. (26), and the center of energy given by [14,50]

E+ER =11& +1é, (30

for & = m;c* + m;¥?/2 — e*/(8weor). As previously, we use
an approximation to second order to obtain

-~ —my p_Z_ 62
naw- ol g ) e
1
t ez 4®-p)+ Hel
=Q+ ——=[q®P-p)—p®P-q+H.c]. (31

M22
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From the definitions of R and YR we see that both are of a
form o1y + aory with o) + oy = 1 (e.g., ; = m; /M for R).
These points therefore lie on a straight line connecting the
particle positions r; and r,. Q, however, has a component
pointing in the direction of p, it is therefore not even restricted
to the plane spanned by r; and r5.

If we consider the dynamics of these central coordinates,
then we find that, without external fields,

1
[H[com]: R] = m P[l — Ha/(Mc*)] + —[HX, R].

(32)

As we see from Eq. (25) we also get [Hjcom), [Hx, R]] # 0
such that the center of mass acceleratqs, even if there is no
interaction with an external field and P = 0. Similarly, also
Ha changes as [Hx, Ha] # 0, but these changes do not suffice
to cancel the acceleration of R. This illustrates why the center
of mass is not a suitable central coordinate here.

As the Hamiltonian given in Eq. (29) decouples
central and relative dynamics, this cannot happen
for Q. From Eq. (31) we also find that 5—1(9‘{ -Q) =

LiqP-p)—p(P-q)+H.c.]/(4M?c?). As the relative
coordinates follow the Coulomb potential in the atom we
get pllg and q | p such that 5(R —Q)=I[q®P-p)—
p(P-q) +H.c.]/(4M?2c?). However P is given by the
external fields and as we decided to drop terms o< Har. /(M c?)
we can conclude that R ~ Q, cf. Sec. I B or Eq. (22). Hence,
although Q is not the center of energy its dynamics are the
same such that all associated conservation laws hold to our
level of approximation [50].

In Appendix C we show that a set of coordinates that
includes the center of energy R does not satisfy the canonical
commutation relations for independent central and relative
coordinates. This means that there is no canonical trans-
formation connecting, for example, the individual particle
coordinates r; with ‘R.

B. Remark: Using the center of mass
in the PZW transformation

Given that the we replaced the center of mass R by the
new central coordinate Q one could argue that it would be
more reasonable to use Q instead of R in the Power-Zienau-
Wolley transformation as well, cf. Sec. IV Egs. (14) and (15).
The phase A(r;, A+) would then become a function of particle
positions as well as their momenta p;, such that the PZW-
transformation would not only transform momenta, but also
positions r; — Ur;U".

More generally, this approach would spoil the connection
between the PZW-transformation and similar transformations
at the Lagrangian level of type L — L — %A. Such trans-
formations leave the equations of motion unchanged only
if A is a function of coordinates r; and A, not of their
derivatives [12,43,44].

It thus appears to be more instructive to first use a stan-
dard PZW-transformation using the center of mass and then
make a separate canonical transformation to the coordinates q
and Q.

C. Remark: Expressing the atomic Hamiltonian
in terms of energy eigenstates

The basic atomic Hamiltonian Hp given above will usually
be replaced by a more complicated version including spin,
multiple electrons etc. In the end, one will obtain the energy
eigenstates of this atom, Hy = ), E,|n)(n|, where E, <0
for a bound state. If the setup is such that the atom can be
restricted to a two level system, Hy = E,|g)(g| + E.le)(e],
with £, < E, < 0, then one can write

how E.+FE
Ha = Eflg) (gl + Ecle) (el = — oo + ———"1. (33)
where E, — E, = hwy and o, = |e){e| — |g)(g|. For an iso-

lated atomic Hamiltonian the constant final term can be
dropped. For the modified kinetic-energy term this implies

P? Ha P’ hwy

—[1-— ] = l———o0, ).

P ) B fe)
Here M' =[M + (E, — Eg)/(ZCz)], where M is the mass
of the atom in its electronic ground state. Although the
modified mass M’ is not given by the sum of the rest masses
of the atomic constituents it is nevertheless invariant under
any changes of the internal atomic energy such that we
can set M’ = M for all practical purposes. This allows us
to continue using a notation using energy differences hwy4
in HA.

When describing an atom interacting with a laser field
of frequency w; it is common to apply a unitary trans-
formation U = expli(w, 0, + wal)t/2] such that, for exam-
ple, U|e)(g|UT le)(glexp(iw,t). The kinetic and atomic
Hamiltonian then transform to

(34)

P’ p— BN n ot
oM M AT
P2 hwy h(wy — wyr) hwgy
= — 1 — - Jl.
2M’< M2 az) Tt T
(35)

The final term can again be dropped without changing the
resulting dynamics. One should thus take note that the uni-
tary transformation used, for example, in the rotating wave
approximation modifies the effective free atomic Hamiltonian,
but not the one appearing in the kinetic term describing the
central motion.

VI. EXAMPLES

In the following three examples we shall briefly examine
the effect of the modified Hamiltonian Eq. (29). The first
example of a moving atom undergoing spontaneous decay
was the trigger for this work. Later we consider the role
of this modification for atomic transition rates and Rabi
oscillations.

A. Decaying atom

The example of a moving, decaying atom was the initial
motivation for this work [1]. Using the Hamiltonian from
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Eq. (29), we see that the equations for the central motion in
the Heisenberg picture are

p= %[H, P| = %[HAL, Pl. (36a)
MQ =P[1 — Hpy/(Mc*)] +d x B(Q), (36b)

MQ = P[1 — Hy /(M) %P[H, Hal/(M%)
+ %[H, d x B(Q)]. (36¢)

In Ref. [1] we showed that an initially excited two-level
atom Hy = hwy|e)(e| decaying at a rate I" will change its in-
ternal energy as di (Ha) = —Thw,4 while the average momen-

tum changes as jt (P) = —Thaws (P)/(Mc?) and Z{dxB) =

0. As P and Hy commute we can write for the expectatlon
values

d> d 5
77(Q) = (P — (Ha)/(Mc?)]
d d
—(P)—- <HA>/<Mc2>+ —-dxB), (7

such that M % (Q) ~ 0 as it should be. Without the correction
term ~Ha/(Mc?) we would have had M(Q) = (P) with
the misleading result that a decaying, moving atom feels
an average deceleration during the emission process. This
is corrected by the use of the Hamiltonian Eq. (29), which
correctly distinguishes between a change in momentum due
to acceleration and a force due to a change of internal energy.

B. Modification of internal atomic dynamics

The dynamics of some operator describing the internal
states of the atom, for example, o, = |e)(g|, are given by
d+ = IE[H, U+] with

[H, o] [H ( e 2) +HAL,0+]

1- Mo 2>[HA + Hap, 04]

1
_[HA + Har, 041, (38)

with the Lorentz factor y &~ 1 + P?/(2M?c?). Thus, we see
that the Heisenberg equation of motion is actually with respect
to proper time, i.e.,

d L = Ly 4+ a0l (9)
= - ,04].

T 0+ =Y d = A AL, O+
This is consistent with the equations of motion for the two
charges in the Lagrangian Eq. (8), which are also the Lorentz
force in the proper time [63].

C. Photon absorption and Rabi oscillations

Although the motivation for this work was an atom under-
going spontaneous emission, it is clear that also absorption or
stimulated emission will change the atom’s mass-energy in the
manner described above. A careful analysis of these effects

should therefore also reveal a “friction-like” force which can
be correctly interpreted using a Hamiltonian of the type given
in Eq. (29).

1. Fermi’s argument for resonant photon absorption

First, let us briefly review Fermi’s classical argument for
a moving atom absorbing a photon [3,51,52]. Let an atom
move in the +z direction with an initial momentum p = Mv
encounter a photon of frequency w; propagating in the oppo-
site direction. After absorption the atom will be in an excited
state of energy hw, and carry momentum p*. Energy and
momentum conservation then require that

p2 %2

—+h h 40
i + hop = M + hwa, (402)
p —hor/c = p, (40b)

where terms with a star are quantities referring to the
excited atom. From this it is easy to obtain the resonance
condition including the Doppler and recoil shift

p hoy, p- (M*
h 1 ho — -1,
wL( e 2M*c2> @at 2M< )
14 hoy
I+ — - R wy, 41
( +Mc 2Mc2> @A “D

where we used M* &~ M. The last line can also be written as

~ h
wp 2 oa(l — &=+ 5757%).

In a reference frame where the atom is initially at rest the
laser frequency is given by @) = wr[1 + p/(Mc)] and it is
resonant with the atom if ), = w4[1 + hwa/(2Mc?)]. In this
frame we see that the change in the atom’s momentum is

ha)A <1 FlwA

In comparison, an observer in a frame where the atom is
initially moving with momentum p finds

. _ ha)A 1+ hwa n hwa
pr=pP="" 2Mc? Py

(42b)

Thus, we again find a situation in which observers in dif-
ferent reference frames see a different change in momentum
and again this change is proportional to the initial momentum
multiplied by the change in internal energy relative to the
atomic mass [64].

As before, this is resolved by accounting for a change in
mass-energy by setting p* = M*v* such that Eq. (40b) gives
v* = (Mv — hwr/c)/M*. The actual change in velocity due
to the absorption of a resonant photon is then given by

vV —v=v 1) - ——

M* Mc M*
M ha)A M ha)A ha)A
~ -1) - — - -
”(M* ) Mec (M*+2Mc2)+ch2
h h
A DA s ) (43)
Mc 2Mc?

For the final result we used M* = M + cmuA/c2 [9]
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Before we consider the corresponding quantum case let
us highlight a few details of the calculation so far: First we
should note that the introduction of a modified mass M* was
not necessary to obtain the resonance condition in Eq. (41)
and indeed usual derivations of this condition do not consider
a possible change in mass-energy [51,52]. However, setting
M* = M + hwy/c? is required to obtain an acceleration
which is independent of the original velocity as one would
expect from the case for an atom initially at rest.

Second, we would like to clarify that the result of Eq. (43)
does, of course, not contradict Doppler cooling. The probabil-
ity to absorb a photon and receive a momentum kick is still
proportional to the detuning, which remains sensitive to the
atom’s initial velocity.

It is interesting to note that the Doppler shift in absorption
and emission as well as aberration played a crucial role in
Einstein’s study of thermal equilibrium and the relationship
between the Maxwell-Boltzmann velocity distribution and the
Planck spectrum of thermal radiation [53].

2. A two-level atom in a laser beam: Rabi oscillations

The discussion above was not based on any Hamiltonian,
but on energy and momentum conservation. Hence, it is a suit-
able testing ground for our Hamiltonian which should resolve
the ambiguity between change in (canonical) momentum and
observed acceleration.

Including the mass-energy correction laid out in Eq. (29),
the total Hamiltonian for a two-level atom interacting in one
dimension with a semi-classical laser field is

P2 ha)A
H= 1 (44a)

=\~ e le) (€|> + Ha + Har,

where the mass M refers to the mass of the atom in the ground
state. The field shall be propagating in the —z-direction such
that we find after a suitable unitary transformation Hy =
hido,/2 and

1973
HAL = 3 (o 14+

P+ hik/2
Mc

>esz +H. c.], (44b)

where § = ws — wy is the detuning, A2, gives the cou-
pling strength between the dipole and the electric field, k =
wr /c is the wave number and [Z, P] = iA. The term ~(P +
hik/2)/(Mc) is due to the Rontgen interaction [47]. For the
two-level atom with states |g) and |e) we have o, = |e)(e| —
lg)(gl, oy = le)(g] and (0}) = 0.

Solving the Schrodinger equation for a general atomic
state [V (1)) = [ dp(cg(t, p)lg, p) + c.(t, p)le, p)) with ini-
tial condition ¢, (0, p) = cg(p) and ¢, (0, p) = 0 we get

cg(t, p) = cg(ple”'®” { cos [Qr(p)t/2]

AP G [QR(p)t/Z]}, (452)
Qr(p)
Q )
colt, p— Tik) = —icg(p)QR(Lp) (1 +2 MC/ )
x e PP sin [Qr(p)t/2]. (45b)

Here,
2 2
p-+ (p — hk)
d(p)=L—£ 77 4
(p) Ty, , (45¢)
— lik/2
A(p)=wA—wL<1+—” / ) (45d)
Mc
p —hk/2

Qr(p) =2 (1+2
R(P) L( + Me

) + A%(p),  (45e)
give the dispersion of the wave packet, the detuning be-
tween the moving atom and laser field including the recoil
shift and the Rabi frequency, respectively. As one would
expect, the ground-state amplitude for momentum p is cou-
pled to the excited-state amplitude for momentum p — fik
and |cg(t, p)I* + lee(t, p — Iik)|* = |cp(p)I*. For an opti-
mally chosen laser frequency we find A(p) = 0 and the atom
oscillates between the ground and excited state at a rate given
by the Rabi frequency.

Let po = [dp plcg(1)|* denote the momentum expecta-
tion value for the initial wave packet which is well lo-
calised in momentum space such that [ dp f (p)|cg(t)|2 ~
f(po) for any slowly varying function f. Setting C,.(t) :=
f dp |c.(t, p)|> we then find that the momentum expectation
value changes as

(P) = —hkCe(1), (46a)
while the actual acceleration is given by
.. . h — hk .
M(Z) = By — “2AP "R 6 (1) + Fr, (46b)
c Mc
where Fg is a force given by the Rontgen term,
hQ d
Fr = —=— [ dpRele,(t, p)ci(t, p — Tik)]
c dt
hQ] A(po) po — Tik/2
= - 1 in [Q t].
c 29R(py) ( e ) sin [$2g(po)t]

(47)

Choosing w; = wa(1 — “’#’2‘”), such that A(pg) =0, we

obtain
. h — hk/2\ -
(B) = -4 (1—”0 /)cea),
c Mc

(48a)

while the actual acceleration is given by

(Z> —_ ha)A (1 . Po — hk/2 + pPo — hk)ce([)

Mc Mc Mc

h(,()A fl(,()A .
~——1———=)C.(t), 48b

MC< 2Mcz) @) (48b)

which is consistent with what we had in Eq. (43) and is
independent of the initial momentum py.

VII. CONCLUSION

The usual Hamiltonian describing the nonrelativistic inter-
action between (moving) atoms and external fields is not able
to distinguish between the atom’s mass and its mass-energy.
This is because the motion of atoms is usually described
in terms of Galilean physics while electromagnetic fields
inherently follow Lorentzian symmetry. This hotchpotch leads
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to the surprising effect that the concept of mass-energy enters
the atomic equations of motion through the back-door of first
order the Doppler effect and aberration [1,2].

Motivated by this discrepancy, we re-derived the Hamilto-
nian for atom-light interaction including some next-order rel-
ativistic effects. Starting from Darwin-Lagrangian we first de-
rived a corresponding minimal-coupling Hamiltonian. After a
PZW-transformation to a multi-mode Hamiltonian in center-
of-mass coordinates, a further canonical transformation gave
the final Hamiltonian Eq. (29). The essential difference be-
tween this Hamiltonian and the usual description is that the
kinetic energy term changes as P?>/(2M) — P?/(2M)[1 —
Ha/(Mc)).

The examples given in Sec. VI illustrate that this allows
a clear distinction between forces connected to an actual
change in the motion of the atom and those that arise due
to changes in internal energy. Such an ambiguity can arise
whenever mechanical interactions between atoms and light
are calculated to the level of a single photon recoil.

Although we only used a very simple atomic model of
two opposite charges, there is no reason to assume why more
elaborate models of atoms should give very different results,
provided the hierarchy of energy scales given in Sec. IB is
preserved.

Finally, we note that the results presented here are reminis-
cent of those obtained for the motion of a spin-half relativistic
dipole, such as a neutron, moving in an external field [54].
Indeed we could have based our analysis on the Dirac equation
for a neutron [55] and extended this, by analogy, to an
atomic dipole. We shall present this complimentary derivation
elsewhere.
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APPENDIX A: CALCULATION OF FIELDS GENERATED
BY THE CHARGES
The internal potentials can be calculated from Maxwell’s
equations in Coulomb gauge, V?¢ = —p/ey and (V> —
L2NAL = —ojt, with j£ =j—jl = j — &9V 2 ¢. These
can be solved using the Green’s function for the Poisson and
wave equation, respectively [13],

1
Mxn=ag/ﬁ

. 3
Aﬂxnzﬁﬁffgmﬁ”_ﬁvﬁﬁa“ﬂm
4 |x — x|

1
=ﬂ/ﬁ>—ﬂ&n
4 |x — x|

Vx’ ,Vx” s ”,t
+ fd3x’ Vo J&C 1) )i| )
ret

4 |x' — x"|

X', t
SX/p( )

(AL)
Ix — x|

(A2)

Here we used the continuity equation V -j+ 9,0 =0 to
obtain the last line and Vy indicates derivation with respect
to primed coordinates. The brackets [... ], indicate that an
expression is evaluated at the retarded time ¢t =¢ — |x —
x'|/c, but as A" appears in the Lagrangian only together with
j» including retardation would lead to terms in third order
of velocity and go beyond our approximation. Using partial
integration we obtain the vector potential generated by the
moving charges [13],

Ho j&x', 1) Ho
At ,t:—/d3/— /d3/
= N T ] X
x—x jx',0)- (X' =x)
d3 7
x f X |X—X’|3 |X/ —X”|3

_ Mo A r; x—r)F - x—1;)]
_SNZel{|X—l’i|+ }

—r:l3
Py Ix —r

(A3)

APPENDIX B: NEGLIGIBLE TERMS
IN THE LAGRANGIAN Egq. (7)

The Lagrangian given in Eq. (7) contains two unfamiliar
terms which shall be examined here.

The first is %0 f d*x 8[2 (A1)2, the second time-derivative
of the internal vector potential. From Eq. (A3) we see that
£0(,A)? is proportional to terms of second order in the particle
velocities divided by the speed of light c. The additional time-
derivatives of 8,2(AJ‘ )?> will then give terms ~|i;|?|F j |2/c* as
well as terms containing accelerations |r;||F j|2 /c* and even
|'1'~',-||1"j|/c4, i,j=1,2. We can assume that the dominant
force in our setup is the electrostatic attraction between the
particles, so that

|£;||F; |2 1 eiey
4

|F;[?

. B1
4meg |ry — rp| mict (B)

c
These terms are thus proportional to the electrostatic energy of
the atom divided by m;c? times |F;]?/c?, which goes beyond
our level of approximation. Other works deriving the Darwin
Lagrangian have used similar arguments [16,38].

The second term under consideration here is

80/d3x[(8tAJ‘) (0,AY) = A(V x AN - (V x AD)].

(B2)

This is a cross term between the transverse electric and
magnetic fields generated by the moving charges and the
external fields. Terms like this are not specific to our problem,
they appear whenever the back-action of fields generated by
a (moving) charged particle on itself are considered. This
term is thus connected to radiation reaction, electromagnetic
masses and similar problems [13,56,57]. As we are also
ignoring other formally infinite self-action terms appearing in
j- A — pp we can also drop the term Eq. (B2) following the
same rationale.
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APPENDIX C: PROOF THAT ONE CANNOT
CONSTRUCT CANONICAL VARIABLES
USING THE CENTER OF ENERGY

Throughout this work we have made the claim that it is
impossible to use the center of energy as a central coordinate
for our problem to two charged particles. In Eq. (31) we
gave the center of energy in terms of the canonical quantities
Q, q, P, p and found

_ [qP-p)+ (- -P)q—pP-q)—(q-P)p]

R-Q AM2C2 b

Q, q are canonical coordinates with their respective momenta
P, p and a straightforward (but lengthy) calculation confirms
that [Qg, Pi] = [qr, pr]l = ifidy and [Qg, q;] = [Qx, pi] =
[Py, p:] = [Pr, q:] = 0. Using the relationship between Q and
R, we shall now try to construct a set of canonical coordinates
(R, P ; v, p.) which preserve these commutation relations.

The central momentum P = p; 4 p, already is the total
momentum of our two particles. If R is to be a central coor-
dinate, then we need Py; = P, and this also fulfills [Ry, P;] =
[Qx. Pi].

It is also reasonable to demand that the new set of co-
ordinates converges towards the center of mass coordinates
in the lowest approximation, especially lim,_,,ct =r =1| —
r,. We can therefore say that v — q is “small” just as R — Q
above such that (R — Q) (r — q); = 0. Using this reasoning,
we can write

[Re, ul =[Q + R — Q). qi + (x — q)]
~ [Qr, ] + [Qr, (v — @) ] + [(R — Q), qu],
(C2)

such that, using [Qy, q;] = 0 and demanding [Ry, t/] = 0, we
find

!

[Qx, ¢ —q)]l = —[(R — Q), q. (C3)
With Eq. (C1), we find
¥/
[(R— Q. q] = —W[Qkpz —u(q - P)]
i h
=553 Bt = 8P (C

As [Qu, t—q)]l = ihaipk(t — q);, we see that (¢t — q) has to
be of second order in P. We thus set
t—qQr =Y dm(@P,P,+Ci(q,p).  (C3)
mn

for a set of coefficients «,,(q) and some self-adjoint
Ci(q, p), which commutes with Q;. We then find

[Qu. (¢ = @] =i Y n (@GP + 8iP)

mn

ih ) [ (q) + cun(@IP,.  (C6)
If Eq. (C3) should hold, then we must find that each term in
the sums of Egs. (C4) and (C6), respectively, are the same,
i.e.,

1
REYYes) Sk — d1kqn) = [k (Q) + rn(@)]. (C7)

However, we see that the expression on the left-hand side
(1.h.s.) is antisymmetric under exchange of n and k, while the
right-hand side (r.h.s.) is symmetric ([L.h.s], = —[Lh.s],
while [r.h.s], = [r.h.s]k ). This shows that it is impossible
to fulfill Eq. (C3) and thus [, v;] # 0 for any relative
coordinate t.
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