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Abstract

The electronic stopping power suffered by ions penetrating periodic crystals is investigated within linear response the-
ory. A full treatment of the dynamical response of valence electrons is made, starting from a realistic description of the
one-electron band structure and using ab initio non-local pseudopotentials. The dynamical density-response function is
obtained in the random-phase approximation. Results for the stopping power of aluminum averaged over impact pa-

rameters are presented. © 1998 Elsevier Science B.V.
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1. Introduction

The stopping power of charged particles pene-
trating a solid has been the subject of considerable
theoretical and experimental research, since the be-
ginning of this century [1-4]. The electronic stop-
ping power of valence electrons has been
calculated for many years on the basis of a jellium
model of the electron gas [5], in which electronic
states are described by plane waves. In a more re-
alistic approach to the stopping power of real sol-
ids, valence electrons move in a periodic potential,
electronic states are described by Bloch states, and
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the spectrum of one-electron excitations splits into
so-called energy bands.

Recently, Quong and Eguiluz [6] carried out an
ab initio evaluation, within the random-phase ap-
proximation (RPA) [7], of the plasmon dispersion
relation in Al, and found the crystal lattice to low-
er the plasmon frequency for large wave vectors by
as much as 4 eV, in agreement with the experimen-
tal data [8]. Subsequently, Fleszar et al. [9] evaluat-
ed the dynamical structure factor of Al crystal for
large wave vectors and concluded that an experi-
mentally observed [10] two-peak loss structure is
a band-structure effect. Both calculations and sim-
ilar recent work by other authors [11,12], have es-
tablished the importance of band-structure effects
in the response of valence electrons, even in the
case of simple free-electron-like metals such as Al.

0168-583X/98/$19.00 © 1998 Elsevier Science B.V. All rights reserved.

PIIS0168-583X(97)00580-6



104 L Campillo et al. | Nucl. Instr. and Meth. in Phys. Res. B 135 (1998) 103-106

On the basis of approximate treatments of the
dielectric matrix of periodic crystals [13,14], the
stopping power of valence electrons in real solids
has been described [15-19] over the years within
linear response theory. More recently, the low-ve-
locity limit has been investigated on the basis of a
static treatment of the density-response [20] and ab
initio band-structure based dynamical calculations
of the electronic stopping power have been pre-
sented [21].

In this paper we first outline, in Section 2, our
method for the evaluation of the stopping power
of valence electrons in periodic crystals. In Sec-
tion 3, we present RPA results for the random
stopping power of Al crystal.

2. Theory

We consider a particle of charge Z; (atomic
units are used throughout, ie., hi=e=m.=1)
moving in a periodic crystal with velocity v at a
given impact parameter b.

The position-dependent stopping power is ob-
tained as the energy loss per unit path length of
the projectile, and in the case of periodic crystals
with inversion symmetry it is found to be given
by the following expression [18,21]:

dx Qu
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where Q represents the normalization volume, the
first sum runs over q vectors within the first Brill-
ouin zone, and G are vectors of the reciprocal lat-
tice. The star in the third summation indicates that
only those reciprocal vectors which are perpendic-
ular to the velocity of the projectile, i.e., K-v=0,
are included. Finally, E(E}G’ (q,w) is the inverse di-
electric matrix in momentum space,
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1c.¢ (4, w) representing the Fourier coefficients of
the dynamical density-response function.

The average of Eq. (1) over impact parameters
gives the following expression for the random
stopping power:
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which is identical to the K = 0 part of the position-
dependent stopping power.

If S is a symmetry operation of the point group
of the periodic crystal, one can take advantage of
the symmetry properties of the dielectric matrix
under rotation and write

€G,G/ (Sq,w) = €s-1G,5-1G’ (q, ). 4)

Thus the random stopping power can be evaluated
from the knowledge of the dielectric matrix for
wave vectors q lying in the irreducible element of
the Brillouin zone, according to

dE 811: 2 4 (Sq+G) -
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where the first sum runs over q vectors within the
irreducible element, and the second sum runs over
the symmetry operations which generate the wave
vectors in the star of each q.

In the RPA, the coefficients ygq(q,®) of
Eq. (2) are obtained by solving a linear matrix
equation which relates them to the Fourier coeffi-
cients XOQ(;/ (q, ) of the density-response function
for non-interacting electrons [22],

fkn fk+q,n
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where the second sum runs over the band structure
for each wave vector k in the first Brillouin zone,
Sk are Fermi factors, and ¢, , represent one-elec-
tron Bloch states with energies Ey,.
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The input to our entire calculation of the ran-
dom stopping power given by Eq. (5) is a self-con-
sistent solution of the ground state of the periodic
crystal. The one-electron Bloch states ¢, , are ex-
panded in a plane wave basis with a kinetic-energy
cutoff of 12 Ry. Then we solve for the coefficients
of this expansion self-consistently with an effective
one-electron potential consisting only of the aver-
age electrostatic interaction between the electrons
and the electronic-ionic background electrostatic
interaction (Hartree approximation). The elec-
tron—ion interaction is described by a non-local,
norm-conserving pseudopotential generated ac-
cording to the Hamann et al. scheme [23]. The
sum over the BZ in both the polarizability of
Eq. (6) and the stopping power of Eq. (5) has been
performed on 10 x 10 x 10 Monkhorst-Pack
meshes [24], which we have found to be enough
for convergence in the case of projectiles moving
with velocities up to v = 2 a.u. In this velocity re-
gime, i.e. 0 < v < 2 a.u., on the order of 30 bands
are required for convergence.

3. Results and discussion

Fig. 1 exhibits the velocity dependence of the
random RPA stopping power of valence electrons
in Al crystal, together with the corresponding re-
sult for a homogeneous electron gas with the same

0,25 .
- r=2.13
z 02 r=2.07 A
E s
Qo n=2 L
5 0,15 . n=30 S o Y
s
g
3 01
2
s
o
@ 0,05 |-
0 ! L |
0 0,5 1 1,5 2

v (atomic units)

Fig. 1. RPA electronic stopping powers, as a function of the ve-
locity of the projectile. n-band calculations for Al crystal are
represented by crosses (n = 2) and circles (n = 30). Calculated
stopping powers for jellium with », =2.07 and r, = 2.14 are
represented by solid and dotted lines, respectively.

average valence electron density, i.e., r, = 2.07.
For comparison, the RPA stopping power of jell-
ium electrons with r, = 2.14 (the effective electron
density parameter for which the plasmon energy
for q =0 is the same as in Al crystal, w, =15
eV) is represented in the same figure by a dotted
line. Stopping powers of both crystal and jellium
Al have been evaluated from Eq. (5), on the basis
of crystal and jellium calculations of the polariza-
bility of Eq. (6), with the sum over G extended to
15 vectors of the reciprocal lattice, the magnitude
of the maximum momentum transfer q + G being
2.8¢F (gr is the Fermi momentum). The sampling
of the BZ required in Eq. (6) was done in conjunc-
tion with a choice of a finite value of # of 0.65 eV.

Our results show that the stopping power of Al
crystal is, for projectile velocities smaller than the
Fermi velocity, a linear function of the velocity
and about 3% higher than the stopping power of
jellium electrons. This slight enhancement of the
stopping power is a consequence of the fact that
the imaginary part of the polarizability yg ;(q, )
is slighlty enhanced at low frequencies (where it in-
creases linearly with frequency) when the band
structure of the valence electrons is taken into ac-
count [9].

We remark that at velocities below v = 0.1 a.u.
just two bands are required to account for the ener-
gy loss; this is a plausible result. At larger velocities
excitations to higher bands become possible, and
we find that convergence is achieved, for
v < 2 a.u.,if one considers on the order of 30 bands.

The threshold velocity for which plasmon exci-
tation becomes possible is 1.27 and 1.23 a.u. in the
case of electrons in jellium with », =2.07 and
rs = 2.14, respectively, resulting in a shift in the
jellium curves of Fig. 1 for these velocities. In the
case of valence electrons in Al crystal a similar,
though less intense, peak appears at a lower veloc-
ity. This is a consequence of the threshold velocity
of heavy projectiles in Al crystal being smaller
than predicted within a jellium model of the target
with r, = 2.07 and also with », = 2.14, as can be
concluded from an inspection of the plasmon dis-
persion curve for Al crystal of Ref. [6], which we
have reproduced.

At high frequencies the imaginary part of the
density-response function y¢ ¢(q, @) for band elec-
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trons is, within the electron—hole pairs continuum,
smaller than in the case of jellium electrons [9].
Preliminary results show that band structure cor-
rections lower the stopping power of electrons in
jellium by about 10% at and just above the thresh-
old velocity.

In summary, we have presented new results of
ab initio calculations of random stopping power
of Al crystal, as a function of the velocity of the
projectile, for velocities up to v = 2 a.u. Our results
indicate that band structure corrections for this
free-electron-like material are small but non-negli-
gible. While at low velocities the stopping power is
slightly enhanced when the full band structure is
taken into account, for velocities on the order of
the plasmon threshold velocity smaller values for
the stopping power are expected, band structure
corrections being on the order of 10%. A more de-
tailed presentation of our ab initio calculations of
both random and position-dependent electronic
stopping powers of Al for a wide range of non-rel-
ativistic projectile velocities will be published else-
where [25].
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