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Abstract. Electron energy-loss experiments have shown a rapid softening of the bulk plasmon
dispersion across the series of the alkali metals. Motivated by these observations, we reconsider
the evaluation of the dynamic, long-wavelength exchange—correlation potgptial) in the
electron fluid, which is of interest for applications in time-dependent density functional theory.
The value of Ref.(w,)] at the plasma frequency,; determines the exchange—correlation
contribution to the leading plasmon dispersion coefficient in the homogeneous electron fluid.
Whereas an interpolation scheme originally proposed by Gross and Kohn assumes a monotonic
increase of Ref,.(w) — fx(0)] across the plasma frequency, we examine the possibility of
strongly non-monotonic behaviour arising from a resonance process between plasmons and two-
pair excitations. This process is evaluated with the help of sum rules and selfconsistency
requirements within a single-pole approximation for the dielectric function. The cases of
a fermion plasma and of a boson plasma are treated in parallel and the reliability of the
results for the fermion plasma at low coupling is tested by calculations within a random-phase
approximation for the dielectric function. In all cases it is found that the resonance process
accumulates oscillator strength in the neighbourhood ©f; 2thus decreasing the value of
Re[fx(wp)] below the static valuef,..(0) fixed by the compressibility sum rule. Although this
lowering does not suffice to account by itself for the measured plasmon dispersion coefficient in
the low-density alkali metals, our results provide useful input for combined band-structure and
exchange—correlation calculations.

1. Introduction

From electron energy-loss experiments at high resolution vom Feldés&prProu and
Fink [1] have reported new and accurate data on the plasmon excitation in the alkali metals
from Na to Cs. The dispersion relation

W = wg—o + ak?/m + Ck* (1.1)

(= = 1) can be fitted to their data up to the critical wave number for the onset of Landau
damping. Most interestingly the value of the leading dispersion coeffiaietrops rapidly
through the series of metals, becoming essentially zero in Rb and negative in Cs. While such
behaviour ofe with decreasing electron density had been qualitatively predicted already in
theories of the homogeneous electron fluid developed since the late sixties [2], the observed
decrease is much more pronounced than in the corresponding theoretical results [3-7].

A number of attempts have been made to account for these observations [8-14]. By
an ad hocmatching of the coupling strength for degenerate electrons onto that of the one-
component classical plasma Kalmanal [11] claimed that dynamic correlation effects in
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the homogeneous fluid can account for the observed softening of the plasmon dispersion.
Further evidence for this view has come from the work of Lippaeginal [13] evaluating

the plasmon contribution to the compressibility and f sum rules. In contrast Aryasetiawan
and Karlsson [14] have emphasized the role of band-structure effects within a random-phase
approximation (RPA) calculation, with special regard to the influence of low-lying d states
coming close to the Fermi surface in the heavier alkali metals. It can in fact be expected
that both correlation and band-structure effects are relevant for a quantitative account of the
observations. This view has been taken by Taut and Sturm [12], who have used local and
non-local density functional approaches within existing theories of exchange and correlation
to obtain a range of theoretical valuesafvhich extends down to the measured values.

Further clarification of the relevant dynamic mechanisms operating in the homogeneous
electron gas seems useful. To second order in the wave numhlbe energy-loss
spectrum contains contributions from the plasmon and from single-pair as well as multi-pair
excitations. For frequencias comparable to or larger than the plasma frequesngythe
main multi-pair contributions arise from two-pair excitations. Starting with the pioneering
work of Dubois (see [15, 16]), these have been studied via perturbative methods by several
authors [17-23]. The inclusion of dynamic screening leads to a mode-coupling form of the
spectrum [18] and a similar expression has been obtained recently by Netlsdri24]
within a memory function formalism. A mode-coupling channel involves two plasmons
which in turn influence the behaviour of the plasmon excitation. Such two-plasmon effects
have recently been found to be important in the description of the energy loss of a charged
particle travelling through matter [25].

We present a study which elucidates this effect by calculating selfconsistently the
plasmon dispersion coefficient, the coupled modes being estimated within a single-pole
approximation (SPA) and selfconsistency being imposed via the compressibility and/or the
third-spectral-moment sum rule. We have found it useful to carry out calculations in parallel
for fermions and for bosons [26], since in the latter plasma the SPA appears to be less drastic
and further help can be found in the use of the sum rules to derive upper bounds. Our SPA
results for fermions at low coupling strength also find support in an RPA calculation of the
coupled modes.

The main output of our calculations is the whole spectrum of two-pair excitations
at orderk?, which in turn yields the dynamic exchange—correlation potenfialw) for
time-dependent density functional theory within the local density and linear response
approximations [27]. The result coming for this function from our essentially microscopic
approach shows a qualitatively different behaviour from the interpolation formula presented
by Gross, Kohn and Ilwamoto (see [28-30]). In essence, the two-plasmon coupling
mechanism that we have evaluated accumulates oscillator strength in the two-pair spectrum
at frequencies in the neighbourhood ab,2 and this enforces a highly non-monotonic
dependence on frequency for the real partfpiw). In particular Ref,.(w)] at frequency
wp; IS more strongly attractive thayi..(0).

2. General relations

The density—density response functiptk, ») is related to the proper polarizabilifff (k, )
by

Mk, w)

1— v Ik, ) (1)

x(k, w) =
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and to the local field facto6 (k, w) by

xo(k, w)
1 — vixotk, w)[1 — Gk, )]

Here,v; = 4re?/k? is the Fourier transform of the Coulomb potential gk, ») stands
for the response function of non-interacting fermions or bosons [6, 31]. The RPA is
recovered by setting; (k, ) = 0 or [1(k, w) = xo(k, w).

Lipparini et al [13] have argued that, ifT is decomposed into single-pair (sp) and
multi-pair (mp) contributions, IreL/I1°7) coincides with Ingl/x°) in the long-wavelength
limit. Using this, the following relations hold to leading orderin

xk, w) = (2.2)

a)2 2 (,()4
—IMGk > 0,w)~ |1— — | vlmy™(k,w) ~ — v IM " (k, w). (2.3)
y, Wy
To the same order the limiting values of the local field factor are known exagly, 0)
from the compressibility sum rule ar@(k, co) from the third-moment sum rule. They take
the form

2 1 1
Gk, 0) ~ =& (O - ) (2.4)
,Oa)p[ KT Kr
and
45k 2
G(k, 00) >~ _60712,1 <158pot+ Ekin — Sl?in> (2.5)

wheree;, = k?/2m, p is the density,K; the isothermal compressibility anghot iny the
potential (kinetic) energy per particle. The index 0 denotes ideal-gas values. The right-hand
sides of equations (2.4) and (2.5) can be evaluated from Monte Carlo data on the ground-
state energy and momentum distribution, which are available both for fermions [32, 33] and
for bosons [34].

We also recall that the quantity

fre(@) = =M v Gk, w) (2.6)

is the exchange—correlation potential entering time-dependent density functional theory in
the local density and linear response approximations [27]. Equations (2.6) and (2.3) show
that the imaginary part of..(w) is directly related to the multi-pair spectrum. A simple
formula for ImG (k, ) incorporating low-frequency and high-frequency behaviours, which
implies a smooth interpolation between the two limits given in equations (2.4) and (2.5) for
ReG (k, w), has been proposed by Gross, Kohn and lwamoto (see [28—30]).

In the present work the imaginary part@ik — 0, ) will be evaluated within suitable
microscopic approximations and its real part will be derived from it by means of Kramers—
Kronig relations [35], namely

@2.7)

ReG(k, w) = G(k, 00) + 1p /da/ Im Gk, )
T

—0Q

o —w

or alternatively

ReG(k, w) = G(k, 0) + 1p /da/lm G(k,a/)( /1 - 1) (2.8)
T w —w (0}
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(P denotes the principal value). N priori assumptions will be made on the value of
ReG(k — 0, w,;), which determines the plasmon dispersion coefficienia

2k2
ReG((k — 0, a)pl) = (arpa — @) . (29)

mawp|

The dispersion coefficientrpa in the RPA is zero for bosons and equals- Bw,; for
fermions,er being the Fermi energy.

3. The multi-pair spectrum

In the limit of smallk and finitew Hasegawa and Watabe [18] (HW) derived for the two-pair
excitations the result

ImG(k, w) = i fda)/ZIqux(q,a)—a)’)
A q

Tpw?
23 . 1642 ,
><|:15Iqux(q,w)~|—15wzlqu)(7(q,a))1| (3.2)

where the response functions are those of the RPA. The transverse fupgtionw) in
the RPA is defined in appendix A (equation (A.11)). There we also discuss in detail the
phenomenological inclusion of exchange effects that we have adopted in this work.

Evidently the excitations at frequenaey are coupled in equation (3.1) with those
at frequencyw — ', implying a plasmon—plasmon contribution in parallel with channels
involving single-particle excitations and transverse currents. Starting with a positive value
of the dispersion coefficiert in the electron fluid at weak coupling, from the structure
of equation (3.1) a peak must be expected indth — 0O, w) at around twice the plasma
frequency. The oscillator strength there must increase with increasing coupling as the
plasmon dispersion curve flattens out and the resonance spreads over a wider region of
g-space. Thus, as the value @fmoves towards zero, an increasingly rapid dropra$ to
be expected. The peak may then move towards lower frequenciesxostains negative
values.

Before we proceed to an explicit demonstration of such dynamic behaviour via a simple
model incorporating the selfconsistency on the value @fhich is implied by the argument
given above, we remark that the theoretical approach developed recently by Neflson
al [24] (NSSS) for the two-dimensional electron gas leads to similar conclusions by an
alternative route. While the HW derivation of equation (3.1) was based on the study of
the equations of motion for Green’s functions, NSSS evaluate the dynamic response on
the basis of Mori’'s memory function formalism. As a first step the single-particle memory
function in their result may be neglected, yielding for the imaginary part of the local field
factor the expression

1

MGk, w) = ——5—
k. @) 7'r,oma)12)lk2

/dw/ Z Ug(g - k)Imx(q, )
0 q
xImy(k —q,0 — o) [Ug(q - k) + Op_q(k* — q - K)]. (3.2)

Here, is a statically screened potential of the STLS type [2]. The coupled-mode structure
of the dynamic local field factor is again evident from equation (3.2), although the transverse
response function entering equation (3.1) is missing (see appendix A).
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Selfconsistency is built into the calculations that we present immediately below by
evaluating the first contribution in equation (3.1) within the SPA,

T2

v lm x (k, @) = — Zw’: [5(w — ay) — 8(w + ay)] . (3.3)

Dropping the transverse term in the square brackets in equation (3.1), this equation simplifies
to

2

23 w
ek / g 8( - 20,) 5. (3.4)

Im Gk, w) = 15209

Since we are mainly interested in the plasmon dispersion at &mai transcend the RPA
at the same time by adopting for the mode frequesngyn equation (3.3) the expression

W = \/“)12;1 + dagrwy + 2. (3.5)

This interpolates between small- and laigedehaviours while it allows us to keep
selfconsistent account of the dispersion coefficientWe also remark that for the degenerate
plasma of bosons a single-mode description of the density response function is the outcome
of a vast class of Feynman-like theories [36].

We may also make a clear comparison between the NSSS and the HW results if we
replace in equation (3.2) the statically screened potential by the bare potential. Using the
SPA we then find in thé — O limit

2

7 me w
Im G (k, ») = T5(2n)ksp /d3q 5(w — 20, wlz’ (3.6)

which agrees with the HW expression in equation (3.4) apart from the prefactor. Whereas
the HW expression gives the correct perturbational limit derived by Glick and Long [19],
the NSSS approach globally includes multi-pair effects to all orders. Neither of the two
prefactors seems obviously superior to the other (cf. appendix A).

Figure 1. The selfconsistent plasmon dispersion coefficierfor bosons as a function of.
(a) HW; (b) NSSS.
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4. Plasmon dispersion

In this section we apply the results obtained above to the selfconsistent evaluation of the
plasmon dispersion coefficient. Using equation (3.5) in the expressions for the imaginary
part of G (k, w) given by either equation (3.4) or equation (3.6), the real paé @f, ») can

be obtained via one of the two Kramers—Kronig relations given in equation (2.7) or equation
(2.8). One may then compute the dispersion coefficieitom equation (2.9) and hence
return to a better estimation of the single-mode frequency in equation (3.5). Evidently, we
do have a set of equations to be solved selfconsistently, but with possible alternative choices
for the strength of the multi-pair spectrum (the prefactor in equations (3.4) and (3.6)) and
for the sum rule to be satisfied (equations (2.7) and (2.8)).

Table 1. The plasmon dispersion coefficiemtfor bosons as a function of;, using different

models.

Ts ays Qyas aGK arG K3

0.1 —0.00644 0.00325 —  —0.00259 —0.00794
1 -0.0362 0.0140 — —0.0177 -0.0445
2 —-0.0608 0.0182 —0.0608 —0.0335 —0.0746
3  -0.0822 0.0191 -0.0822 —0.0490 -0.1010
4 -0.1018 0.0181 —0.1017 —0.0643 —0.1253
5 -0.1200 0.0159 -0.1199 —-0.0793 -0.1483

[e]

—0.1372 0.0129 —-0.1370 —0.0939 —0.1705
10 -0.199 -0.003 —-0.198 -0.149 —-0.258
12 -0.226 -0.012 -0.225 -0.174 -0.318
15 -0.264 —-0.027 —-0.263 -0.211 —

20 -0.322 —-0.050 —-0.320 -0.266 —

We examine below the results given by all these alternatives and also present what
we believe to be the best result within our approximate approach. This is obtained by
introducing a further paramet@ as an overall multiplicative factor for the imaginary part
of the local field factor. We are then enabled to carry out a fully selfconsistent evaluation of
both« and 8 by imposing the conditions that both the third-moment sum rule in equation
(2.7) and the compressibility sum rule in equation (2.8) must be exactly satisfied.

Table 2. The plasmon dispersion coefficiemtfor fermions as a function of;, using different

models.
s ays Ayas AGK QG K3
0.1 199868 2.00737 2.00071 2.00180 1.99816
1 0.5768 0.6164 0.5791 0.5884 0.5731
2 0.362 0.426 0.364 0.380 0.355
3 0.256 0.340 0.259 0.279 0.246
4 0.187 0.288 0.189 0.214 0.174
5 0.135 0.252 0.137 0.165 0.119

[¢]

0.093 0.223 0.096 0.125 0.074
10 -0.026 0.150 —0.023 0.014 -0.057
12 -0.070 0.124 -0.067 —-0.028 —0.108
15 -0.127 0.092 -0.123 -0.082 -0.179
20 —0.206 0.049 -0.201 -0.157 -0.320
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Figure 2. The selfconsistent plasmon dispersion coefficigfntrpa for fermions as a function
of r;. Also included are the experimental results obtained by vom Fef@g [1] (lozenges).
(a) HW; (b) NSSS.

The results for the plasmon dispersion coefficianat selfconsistency are shown in
tables 1 and 2 and in figures 1 and 2. The notation used in these figures is as follows:

() K7 denotes a calculation in whiah is determined with either the HW or the NSSS
choice for the prefactor by satisfying the compressibility sum rule (2.8), thus attributing
greater relevance to the low-frequency part of the spectrum;

(i) 3M denotes a calculation in whichis determined with either the HW or the NSSS
choice for the prefactor by satisfying the third-moment sum rule (2.7), thus attributing
greater relevance to the high-frequency part of the spectrum;

(i) K3 denotes a calculation in whieghand 8 are determined by satisfying both sum
rules. Evidently, the difference between HW and NSSS results disappears. In the relevant

density ranger; ~ 2-15) we find that8/g,,, is a decreasing function ranging from 2 to
0.5.

Our results in figures 1 and 2 are also compared with those obtained by neglecting the
imaginary part of the local field factor (i.e. takiffg= 0) and settingG (k, w,;) equal either
to G(k, 0) or to G(k, oo0). The former was done by Vashishta and Singwi [3] and yields an
upper bound on botlk; and K3. The latter was done by Suehieb al [37] and yields an
upper bound on bothM and K3. We use the notation VS and Yas for the corresponding
results both for bosons and for fermions, as obtained from the Monte Carlo equation of
state. Tables 1 and 2 report these numerical values for the dispersion coefficient at various
values ofr,, together with those computed from the Gross—Kohn (GK) and the Iwamoto—
Gross (IG) local field correction and with those that we obtain in our ‘best’ selfconsistent
calculation (indicated asg3). Of course, the GK and IG values lie between the Yas and
the VS results. The limited accuracy of the fits to Monte Carlo data involved in these
evaluations [34, 38] is likely to affect the last significant figure in the numerical values of
o reported in these tables.

Figure 1 shows the behaviour af as a function ofr, for bosons. In all approaches
except the Yas oney is negative throughout the whole density range. It has recently been
shown from sum rule arguments that the VS result provides an exact upper bound on the
plasmon dispersion coefficient in the degenerate plasma of bosons [39]. Our best result,
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given by the full curve in figure 1, correctly lies below this upper bound. The steep drop of
a atry ~ 12 is due to a breakdown of the SPA as we discuss below in the case of fermions.
Figure 2 reports the behaviour @farpa as a function of; for fermions. All our results
show a rapidly increasing drop in the plasmon dispersion coefficient with incregsamgl
again our best result lies below the VS result at all values .ofrhis behaviour arises from
the mutual repulsion between the single-plasmon excitation and the two-pair excitations,
with the spectrum of the latter starting within the SPA at twice the minimum frequency
wmin N the single-mode dispersion curve. This repulsion increases with decreasing energy
difference (i.e. at smallew) and with increasing oscillator strength in the low-frequency
part of the two-pair spectrum (again at smallgr Therefore, the selfconsistent iterations
in « lead to a rapid softening of the plasmon as is seen in figure 2. Evidently the SPA
breaks down at a density such tha};, reachesy,;/2, where the decay of a plasmon into
two modes ak,,;, and —k,,;, would become possible.
Finally, figure 2 also reports the measured values Gfrpa in the four alkali metals
from Na to Cs [1]. It is clear that the plasmon softening mechanism that we have evaluated
is still insufficient to account for these observations by itself.

5. The dynamic exchange—correlation potential for fermions

Having obtained a selfconsistent solution towe are now able to discuss the frequency
dependence of the local field factor at long wavelength, i.e. of the exchange—correlation
potential f,.(w) defined in equation (2.6). We shall do this with the main attention focused
on fermions in thek'3 approach, which is fully consistent and ensures the correct limiting
behaviours of R¢,.(w) at both high and low frequency according to equations (2.7) and
(2.8).

Lt

|

el bl

PR R ST |

5 10 15
w/wy w/wy

(a) (b)

Figure 3. Real and imaginary parts of..(k, w) at smallk in units of 2v,;/p, as functions of
w/wp from the SPA for fermions at, = 1 (a) andr, = 10 (b). The asymptotic behaviours are
shown by the dashed lines.

It is easily seen that Infi,.(w) decreases as~%? for largew. As a consequence of the
SPA it vanishes at frequencies below,g,. For positivea a continuous function with an
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infinite right-hand-side derivative at),;, is obtained (figure 3(a)), whereas for negative
a divergence of the types — 2w,,;,)~Y/? is found (figure 3(b)). This in turn leads to a cusp
in Re f,.(w) for positivea and to a singularity of the typ@w,i, —®) Y2 0 2w, — o) if «

is negative (figure 3). In all cases Re (k, w) at low frequency lies below the valug.(0)
given by the compressibility sum rule and the limiting valfie(co) corresponding to the
third moment is reached from above. While the above-mentioned singularities,at &e
consequences of the SPA, singularities in the two-pair spectrumw ataise even in the
RPA (see below).

The behaviour off,.(w) shown in figure 3 is qualitatively different from the results of
Gross, Kohn and Iwamoto (see [28-30]), who proposed a smooth and essentially monotonic
interpolation between the static and the high-frequency limits. The question arises of
whether or not the pronounced structure that we find in the frequency dependence of
Re f,.(w) is an artifact of our model and in particular of the SPA.

As we have recalled in section 4, in the case of bosons an upper bound on the plasmon
dispersion coefficient has been demonstrated from an exact sum rule argument [39] and it
coincides with the VS result. Consequently Rg(w,;) must lie below f,.(0), implying
the presence of a minimum at finite since f,.(co) lies abovef,.(0). A structure in the
frequency dependence of Rg(w) of the type that we have found is thus correct for the
boson plasma at all couplings.

No such exact statement can be made at present for fermions. An independent, though
still approximate assessment of the quality of the SPA results can be made at weak coupling
by evaluating f..(w) from the original HW formula in equation (3.1), using the RPA
expressions for the linear response functions appearing there.

5.1. The RPA calculation of the exchange—correlation potential

We have already seen from equation (3.1) thfat(w) involves a density—density (dd)
contribution and a density—transverse-current (dt) contribution. We focus first on the dd
term and shall later evaluate the dt term. For a meaningful quantitative comparison with
the SPA and IG/GK results we shall rescale the final RPA and SPA curves so as to ensure
consistency with both the compressibility and the third-moment sum rule. For the same
reason the SPA curves use the RPA value of the dispersion coefficieather that the
selfconsistent one.

From the RPA expression for the density response funcjidh, »), the dd term
involves plasmon—plasmon (pp), plasmon—continuum (pc) and continuum—continuum (cc)
components. Figure 4(a) reports these three separate components as evalyated, as
well as their sum (full curve) yielding the dd contribution to the imaginary part,efw).

The individual components show singularitieswatand 2o.., w. being the frequency where

the plasmon dispersion curve crosses the edge of the single-pair continuum. However, these
singularities cancel away in the sum. On the other hand, the singularities and 2o,

arise from real phase-space effects and are present in the components as well as in their
sum. Appendix B gives an analytic treatment of the singularity which is brought by the pp
spectral component into the real part of the exchange—correlation potentiaj,at 2

The above RPA result for the two-pair spectrum is compared with the SPA result in
figure 4(b). The main difference is that, while the SPA spectrum vanishes at frequencies
below 2v,;, the cc and pc components of the RPA spectrum do not. However, their spectral
weight is quite small in this frequency range, since the cc and pc two-pair excitations involve
single-pair excitations and these have low oscillator strength at low frequencies. This fact
is explicitly illustrated in figure 5, reporting the momentum-integrated oscillator strength of
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Figure 4. The imaginary part off;.(w), in units of 2v,/p, as a function ofv/w,; atry, = 1.

(a) The dd spectrum (full curve) and its components in the RPA; (b) the dd spectrum in the
RPA compared with the SPA and IG spectra, after rescaling to satisfy the compressibility and
third-moment sum rules.

20 ; —
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Figure 5. The momentum-integrated oscillator strengthrat= 1 as a function ofw/w,; in
the RPA (full curve) and SPA (dotted curve). The two dashed curves give the plasmon and
continuum contributions to the RPA result.

the density-fluctuation spectrum,
OS(w) = / &k wve Im x (k, w) (5.1)

in the RPA and in the SPA at = 1. Figure 4(b) also reports the IG result for the two-pair
spectrum, showing that it places a large part of the spectral weight at low frequencies.
After Kramers—Kronig transform the results in figure 4 yield the dd contribution to the
real part of f,.(w) as reported in figure 6. The full RPA curve exhibits a sharp spike at
2wy, just as the SPA does (see appendix B). Owing to the presence of oscillator strength for
two-pair excitations belowd,; in the RPA calculation, its value for the plasmon dispersion
coefficient is somewhat smaller than in the SPA if the same impsitused. It is also evident
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Figure 6. The real part off;.(w), in units of 2v0,;/p, as a function otv/w,; atr, = 1. (a) The
dd result (full curve) and its components in the RPA; (b) the dd result in the RPA compared
with the SPA and IG results, after rescaling to satisfy the compressibility and third-moment sum

rules.
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Figure 7. The imaginary part off;.(w), in units of 2v,/p, as a function ofv/w,; atry, = 1.
(a) The contributions to the RPA spectrum; (b) the RPA spectrum compared with the SPA and
IG spectra, after rescaling to satisfy the compressibility and third-moment sum rules.

from figure 6(b) that the IG result has an entirely different dependence on frequency in the
intermediate region between the same low- and high-frequency limits. While the results
of an RPA calculation can be relied upon only at low coupling strength, calculations that
we have carried out at, = 10 yield conclusions similar to those emerging from figures 4
and 6. Of course, the pp channel becomes relatively more important with increasing coupling
strength.
We finally turn to an RPA evaluation of the dt contributionfQ (w). When retardation

is neglectedd — o0) the transverse response function entering equation (3.1) reduces in the
RPA to the transverse response function of the ideal Fermi gas [40]. Explicit expressions
for the latter are given in appendix C. On inserting these in equation (3.1) it is evident
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that the dt contribution involves two components, i.e. (i) a ct component arising from a
single-pair density excitation and a single-pair transverse excitation and (ii) a pt component
arising from a plasmon and a single-pair transverse excitation. Figure 7(a) reports these
components of the two-pair spectrumrat= 1 and compares the total result for the two-pair
spectrum in the RPA (the full curve labelled RPA) with the result obtained in figure 4(a)
for the dd channel. The total RPA result is compared with the SPA result and with the IG
result in figure 7(b). The corresponding results for the real part of the exchange—correlation
potential are shown in figure 8.
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Figure 8. The real part offy.(w), in units of 2v,,/p, as a function otv/w,; atr, = 1. (a) The
contributions to the RPA results; (b) the RPA result compared with the SPA and IG results, after
rescaling to satisfy the compressibility and third-moment sum rules.

The main consequences of including the dt channel in the two-pair spectrum arise in
the low-frequency region. In particular, in the limit — 0 the dt component of the RPA
two-pair spectrum is linear im, just as the IG result is, though with a very different slope
(see figure 7(b)). In the same limit the dd component is instead proportionat, tthe
difference by a factorw? being evident e.g. from equation (A.8). The oscillator strength
residing in the transverse excitations at low frequency induces through the pt component
some structure in Ré..(w) in the region of the plasma frequency, as can be seen from
figure 8.

6. Concluding remarks

In summary, we have presented a selfconsistent model to describe the effects of two-pair
excitations on plasmon dispersion and on the shape of the dynamic local field factor for
exchange and correlation at small wave number. A pronounced structure is found in the
frequency dependence of the real part of the local field factor, even at small values of
rs where the plasmon dispersion coefficient is still positive. In the region of coupling
strength where the single-mode approximation made in our calculations can be expected to
be reasonably close to correctness, our results for the selfconsistently determined dispersion
coefficient show rapid softening of the plasmon excitation. Since the real part of the
exchange—correlation potential is more strongly attractive at the plasma frequency than at
zero frequency, future inclusion of band-structure effects for alkali metals by means of
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time-dependent density functional theory may we hope provide a fully satisfactory account
of the existing observations.

Appendix A. Multi-pair excitations to lowest order

The two-pair contribution to the imaginary part of the proper polarizability of fermions
was first derived by diagrammatic means by Glick and Long [19] to lowest order in the
interactionv,. Introducing the function

X(q.p.p. k)
=0Gkr—p)0(p+k—ql—kp)0(kr — p)O0(Ip" + ql — kr)
x5(mw+(p—p’)-q+(q—p)-k—%kz—q2> (A1)
with kr the Fermi momentum, their result can be cast into the form
Im IT279(k, w)
3
Tm ,
= =) Y X@pp. k4@ k) + Ak —q.p. k)]
0.0’ q.p.p’
x { [A(q, k) +AK—q,p, k)] — am/[. _.(exch .. ] } (A.2)

Here, the functiord is defined as
v q-k

[mw—(p—f-%k)-k] [mw—(p—g(k+q))-k]'

Obviously the terms headed By, describe exchange effects. Their explicit form is not
required here, since they can be accounted for by physical arguments (cf. below). Itis further
to be noticed that the symmetry of the integrand in equation (A.2) allows the replacement
of the first bracket by 2(q, p, k).

Equation (A.2) is valid for arbitrary values ¢f, w) outside the particle—hole continuum.
In the limit of high frequency and finite wave vector the restrictiorpaindp’ to the Fermi
sphere implies that

Ag.p. k) = (A.3)

X(q.p. P k) ~ 6(kr — POy — p)5(me> — g) (A4)
and
A(q,p,k)%v"q'f[l—‘l'kJr...] (A.5)
(mw) mw

From these relations it follows [19] that

231 [k \? (wpi/2¢r)®
80 <kF) ((,()/281:)11/2.
The contribution to equation (A.6) due to exchange cancels one half of the direct result.
This can be understood in the following way. Although the Fermi functionX iensure
that excitations only occur from occupied to empty states, they do not enforce different
spins for particles having equal momenta. This case arises for energy transfers which are
large in comparison with the Fermi energy and reduces the allowed phase space by a
factor 1/2. In the opposite limit of smadb, excitations take place on the Fermi surface.
Here, the processes involving identical final momenta are a vanishing fraction of all possible
transitions and the functioX correctly describes the available phase space.

v IMII(k, 0 — o0) = (A.6)
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The main effect of the exchange contributions thus is to mog&ifgy a factor ranging
from 1 to% for frequencies ranging from <« er t0 @ > ¢r. This can be conveniently
accounted for by introducing a simple functigiiw), whose specific form is found to have
only a minor influence on the results. We suggest using

1+ (w/2er) + 0.5(w/2er)?
1+ (w/2ef) + (0/26p)%

This function is understood to be included, together with the uBua| in the g-summation
for fermions in both the following equations of this appendix and in equations (3.1)—(3.4)
and (3.6) in the main text, without being explicitly written.

If equation (A.2) is expanded to lowest orderkn(i.e. for k> « mw) one obtains the
result [21]

7 Ko 16 /1q p
2P0 pl q Pt
Imu, [TV (k - 0, w) = 2 qupX(q p,p, 0)v { 15< ) } (A.8)

where pr denotes a transverse component of the wave vegtor=( 2p2 + (p - q/q)?).
Equation (A.8) was originally derived by Hasegawa and Watabe [18] using Green'’s function
methods. In addition they suggested including dynamic screening by decoupling the highest-
order propagator into the product of pair propagators, leading to the result given in equation
(3.1) of the main text. Noting that

flw) = (A7)

%
%X(q,p,p’,k)zf Sk —g,0—)Im xS(g, ) (A.9)

2
0

in terms of elementary ideal-gas processes of single-particle excitation, one can immediately
identify the second term in the brackets in equation (A.8) as arising from the transverse free
response function. This is related to the RPA transverse dielectric function [40] via

4 2
RPAGL ) =1 — % [X;’(k, ») + %] (A.10)
with
Xk, ) = Z pi L xp (k. w). (A.11)

This term does not contrlbute to the high-frequency limit, as is obvious from equation (A.8).

Finally, we remark that approximating the functienin equation (A.2) by its high-
frequency form given in equation (A.5) and additionally neglecting ghek/mw term
leads to

Im v, 1270k, w)

~

CUda) , ,
pmw4k 7 |mX0(k_q7w_a))|mXO(Q»U))
0

Xvg(q - k)[vq (q-k)+vip—q (k2 —q- k:)]. (A.12)

This expression has the form proposed by Neilsbral [24], the absence of transverse
contributions being consistent with the largeassumption. On the other hand, as remarked
in section 5.1 the low-frequency behaviour is dominated by the transverse contribution.
For small wave number, equation (A.12) leads to replacing the prefacy@02i®
equation (A.6) by the value 7/80. Thus the correct lowest-order result is not reproduced
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by the NSSS. However, it is na@ priori obvious that higher-order multi-pair excitations
should not affect this factor. Therefore, such a modification of the Glick—Long limit, which
still preserves the correct functional dependence of the kype—1Y/?, seems acceptable.

Appendix B. The singularity in Re fz.(w) at 2wy,

In this appendix the non-smooth (noMQerms in Ref,.(w) around 2, are evaluated
analytically in the case where > 0. It is also verified that the result agrees with the
numerical evaluation reported in the main text. In the case wiheted a behaviour of the
type (w — w,) Y2 is easily derived as pointed out in section 5.

The non-smooth contribution to Ify.(w) due to the two-plasmon channel is

Im fio(w ~ 2wp;) X O(w — 2wp) /0 — 20y (B.1)

apart from an overall negative constant factor. The real part is obtained by Kramers—Kronig
transformation:
do’ Im fi. (o)
Re[ fic(@) = fre(0)] = [ — —"——. (B.2)
w —w
The only singular contributions arise fay’ = 2w,, So neglecting smooth terms the
integration range can be limited todg, 2w, + A]. By making the changes of variable

o' = 2w, +x andw = 2w, + y the integral can be put into the form
2wp1+A [0 — 2w, A 1/2
/ da)’/ill:/ de (B.3)
2wy W —w 0 X =Yy

To obtain the non-smooth contributions the above integral has to be evaluated for both
positive and negative.
If y >0, ie. foro > 2w,, we have

A L12 1/2 1/2 2
X oAbz 2 | YT AT 1
/0 Yy dx = 2A y7<1In iz iz | = 2A A12Y (B.4)
while if y <0, i.e. foro < 2w, we have
& xt? 1/2 1/2 1 AY? 1/2 1/2

We thus conclude that a singular term is present only on the left of the singularity and is

proportional to—6 (2w, — w)\/2w, — .
Recovering the multiplicative constant this result can also be put in the form

Re fi.(2wp — 8) = —Im f,.(2wp; + §) + smooth function (class . (B.6)

This is compared in figure Al with the result of the numerical evaluation of,Re) within
the SPA, the smooth function being represented by a straight line fitted to the numerical
result atw > 2w,;.

Appendix C. The transverse response function of the ideal Fermi gas

The transverse equivalent of the Lindhard response function is given by
&g ¢} k+9?  4° k+q9? 4°
Im x2(k, w) = / Zls(lo- 2421 ) =5 - _ T
xrko) = | o w2 1°\?T o T om o om
(C.1)
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Figure Al. Re f,.(w) as obtained numerically around, atr, = 1 in the SPA (dotted curve),
compared with the singular behaviour given in equation (B.6) added to a straight line (full
curve).

where the integration domaift is the Fermi sphere [40]. By performing the integration
we get
w

0 27 2 4 2 2
Im x;(k, w) = 160k’ (4k krp® — k" — dm“w ) (C.2)
for 0 < w < (2kkp — k?)/2m and
2
Im x2(k, w) = T — (k* — 4k%k% — dk*me + 4m?w?) (C.3)

for |2kky — k?|/2m < w < (2kkr + k?)/2m. The imaginary part of the transverse response
function is zero elsewhere.
The Kramers—Kronig transform of the result in equations (C.2) and (C.3) yields

k
Rexp (k, ) = Wkaz (3k* — 20k%k % + 36m%w?) +
1 2 |+ k?/2m — kkp/m
— = (k% — 4k%kp® + 4k 4m?w?) In
* 256 2Zmis | PO Ao + dmor) w+ k2/2m + kkp /m
1 2 |w—k%/2m + kkp/m
= (k% — 4k%K2 — 4k? 4m2»?) In ,
* ez £ = Mmoo + dmo%)In| T k2/2m — kkp/m

(C.4)
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