du3nKa 1 TEXHUKA BbICOKHX AaBJjieHuii 2014, tom 24, Ne 3—4

PACS: 62.50.+p, 62.65.+k, 64.10.+h, 64.70.Kb

E.M. Tponukas, N.B. XXnxapes, E.A. lNunmneHko

YMNPYITVE CBONCTBA CXATbIX KPUCTANNOB MHEPTHbLIX TA30B
B MOAENN AJE®OPMNPYEMbIX ATOMOB

JoHeuknii nsmko-TexXHNYeckuin MHCTUTYT M. A.A. lMankmHa HAH YkpauHbl
yn. P. Iltokcembypr, 72, r. JoHeuk, 83114, YkpavHa

CtaTtbsa noctynuna B pegakuuio 7 mas 2014 roga

Ynpyeue ceoticmea cocamvix kpucmannos unepmuulx 2azoe (KUI) Ne, Ar, Kr u Xe uc-
Ce008aHbL 8 MOOeNU OehopmMupyemvix U NOAApuU3yemvlx amomos. Paccuumanvt mooynu
ynpyeocmu @ykca u KoIh@uyuenm ynpyeou anuzomponuu 3enepa ¢ yuemom MHO204ac-
MUYHO20 U KBAOPYNONBLHO20 83AUMOOCUCMBULL 8 WUPOKOM UHmepsane dasnenuil. 1Ipoge-
0€HO CpagHeHue ¢ IKCHePUMEHMOM U pe3yabmamamu Opy2ux aemopos. B Xe npu coica-
muu 0.6 Habmodaemcs obpaujenue 8 Hyib cO8U208020 MOOYIA B4y, umo coomseemcmeyem
T'IK-T'T1Y-nepexooy npu 75 GPa.

KnroueBble cj10Ba: KpUCTALIBI HHEPTHBIX Ta30B, AeopManus 3JeKTPOHHBIX 000JI0YEK,
KBaJIpyMOJbHOE B3aUMO/JICHICTBHE, MHOTOYACTUYHOE B3aMMOJEWCTBHE, BHICOKOE IaBlie-
HHE, KOPOTKOJCHCTBYOLIEE OTTAIKUBAaHHE, KOA((GUIMEHT yIPyroi aHU30TPOINH 3eHepa

Ipyocui enacmugocmi cmucaux kpucmanie inepmuux easzie (KII) Ne, Ar, Kr i Xe
00Cni0dNCeHO 8 MO0 AmoMis, o ModICYymb Oeopmysamucs ma noaspusysamucs. Pos-
paxosano mooyni npyscnocmi Pykca il koegiyicum npyscnoi anizomponii 3enepa 3 ypa-
Xy8auHam 0azamodacmiogoi ma KeaopynorbHOI 63aEMOOill Y WUPOKOMY IHmMepseani
muckis. [Iposedeno nopieHAHHS 3 eKCNEePUMEHMOM | pe3yabmamamu iHUx asmopis. ¥

Xe npu cmucnenni 0.6 cnocmepicaemvcsi CHpAMYSAHHSL 00 HYAS 3CY8H020 MO0V B gy, wo
sionosioae I'LIK-I'T1Y-nepexooy npu 75 GPa.

KurouoBi ciioBa: kpuctanu iHepTHUX rasiB, Aedopmariist eeKTPOHHUX 000JIOHOK, KBaJ-
pyHoJIbHa B3a€MOJis, 0araTo4acTKOBa B3a€EMOJiS, BHCOKHH THCK, KOPOTKOJIIIOYE
BIIIIITOBXYBaHHs, KOe(DiIi€HT MPYKHOT aHI30TpoIIii 3eHepa

1. BBenenue

Teopuss nuHamuku pemietrk, pazButas K.b. Tonmbsiro Ha ocHOBe «IEpBBIX
OpUHLUIIOBY [1—4], ycHemHo NpUMEHsJIach JUIsl OMMCAHUS CBOMCTB IIETOYHO-
raJOUIHBIX KPUCTAJUIOB, MOJYIPOBOJHUKOB M IUANEKTPUKOB [5—10] mpu Hye-
BOM JIaBJICHUHU.

B cepun pa6ot (cm. [11-14] 1 cchuiKM TaM) pa3BUTa HEAMIUPHUYECKAsT BEPCHUS
mozenn K.b. Tonmbiro ais n3ydeHuss MeXKaTOMHOIO B3aUMOJAECUCTBUS U TUHAMH-
yeckoil Teopun pemerok I'TIK-kpucranios, noABEprHyThIX BCECTOPOHHEMY CKa-
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0. B mpenpiaymei padore [14] Ha ocHOBaHMM OOIIEH TEOpPUH, MPEACTABICH-
Hoii B [12,15], u Mmomenu, paspabotanHoii B [13], mpoBeICHO KOJTMYECTBEHHOE HIC-
cleloBaHUe yIpyrux Moaynei bupua u coornomenus Komm s Bcero psina Ne—
Xe B MMPOKOM HHTepBajie AaBieHuil. [lokazaHo, uTo HabII01aeMOE OTKIOHECHHE
oT cootHouieHusa Kowmm d(p) 11sl KaXka0ro U3 KPUCTAJUIOB €CTh PE3ysbTaT JIBYX
KOHKYPUPYIOIIKX B3aUMOAEHCTBUIA — MHOTOYaCTUYHOI'O U KBAJPYIOJIbHOTO, IPO-
ABJISIFOIIErOCs. B KBAJPYyMOJIbHON JedopMaluy 3IEKTPOHHBIX 000JI0YEK aTOMOB
npu cMenieHusix sanep. Ilpencrasnennble ab initio paccYUTaHHbBIE 3aBUCUMOCTHU
yopyrux moayneit bupua Bl-j (p) u O(p) XOPOIIO COTNACYIOTCS C IKCIIEPUMEHTOM.

HccnenoBanue ynpyrux cBoiicts cxxatbix KUI™ He Obu10 OBI MONHBIM 6€3 pac-
4E€TOB YNPyrux MoayJei Tuna Oykca B u Ko3QpUIMEHTA YIPYTOi aHU30TPOIIUH
3eHepa Ay.

Koaddumuent 3enepa Az sBnsercs Haubosee U3BECTHON MEPOU yIIpyroi aHu-
30TPONHHU U IPUMEHSIETCS [l KyOMYecKoro MOHOKpHcTaia. BrepBeie 3T0 moHs-
THe ObuTO BBeneHO B 1947 r. npu u3ydenun P-natynu [16]. C TeueHreM BpeMeHH
B JIUTEpaType OblJI OMMCAH IHUPOKHUM CHEKTP €IMHULl U3MEPEHUI ypyroi aHU30-
Tponuu. ABTOPHI Hapsaay ¢ KoddduimenTom 3eHepa Al KyOMUeCKuX KpUCTaJIOB
UCIOJIb30BAIM PAa3IMYHble KOMOWHAIMU YIPYTHX MOCTOSHHBIX JJIS1 KPUCTAJIOB C
cUMMeTpuen Husiero nopsiaka [ 17-20].

B 2006 r. Jlenberrep u Murmuopu B padote [21] mpennoxkumm crnocod BhIYHC-
JICHUsI YIPYrod aHU3O0TPOIHMH, CBS3aHHBIN ¢ Kod(duimenTom 3eHepa, KOTOPHI
MO’KET OBITh IPUMEHEH KO BCEM KPUCTAININYECKUM CUCTEMAaM, T.€. HE 3aBUCUMBIN
OT CUMMETPUH KpUCTaJUIa. ABTOPHI, UCHOJB3Ys ypaBHeHue Kpucrtoddens, momy-
YN BBIpaXXEeHUE 1715 Kod((PUlMeHTa aHU30TPONUU KaK OTHOLIEHHE MaKCUMalb-
HOM M MUHUMAJIbHOM CKOPOCTEH CIIBUI'OBBIX 3BYKOBBIX BOJIH. JIJIsI KpUCTAJIOB €
KyOudeckoi cumMmmeTpueii 3Tot ko3 duuuent pasen koddduuuenty 3eHepa.

HenaBHo ObL mpeaiiokeH YHUBEPCATbHBIM MHAECKC YIPYTroi aHU30TPOIIHH AU,
KOTOPBIN OMpeAeNseTcss 4Yepe3 CABUTOBbIE U 00bEMHBIE MOAYIH, Pa3IMYHBIM 00-
pasoM ycpeaHeHHbIe [22]. B cimydae M30TpONMHOCTH Marepuaia 3TOT MHACKC pa-
BEH HYJIIO.

Hacrosimas myOnukamnus npoaobkaer MUkl pabot [12—14], mocBsIEHHBIX
HEAIMIMUPUYECKUM pacueTam ynpyrux cBoictB Ne, Ar, Kr u Xe B akTyanbHOl 00-
JacTy JaBlIeHUH — oOpaleHus B HyJIb ()yHIaMEeHTaNbHOU 1menu. PacueTsl npoBe-
JEHBI B MOZeNU 1e(hOpMHUPYEMBIX U MOISIPU3YEMBbIX aTOMOB C YYETOM MHOTrOYac-
THYHOTO B3aumoencTeus. Mccnenosansl ynpyrue Moayiu tuna Oykca By v Ko-
3G PUIMEHT yrpyroii annzoTponuu 3eHepa Az A7 CKAThIX KPUCTAIUIOB psaga Ne—
Xe. Paccmotpena mpo6nema ycroitunBocTH ['IIK-pemerkw.

2. Ynpyrue cBOMCTBA CKATbIX KPHUCTAJJIOB

[Tpu u3yueHuM ynpyrux CBOMCTB HANPSHKEHHOTO KPHCTala HEOOXOIUMO HC-
MOJIB30BATh TEOPHUIO KOHEUHBIX nedopmaruii [23,24]. [lpu Hamu4Iuu HaNPsKEHUS
pa3IMyaroT TPU BHIA MOIYJICH yNpYyrocTH: KOAPPHUIIMEHTH pa3IokKeHUs: CBOOO-
Hoit sHepruun Cjy. (Moxynu Tuna bparrepa), KoaQpuuueHTs TpONnOpLUOHATIBHO-
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CTH B 3aKoHe ['yka B HanmpspKeHHOM Kpuctaiuie Bjy  (Momynu bupua) u xoaddu-
LIUEHTHl PaCIPOCTPAHEHUS 3BYKa B HAPSHXKEHHOM Kpuctaiie 4;. .. OObHO npu
TOM B KayecTBE MapaMeTPOB DPA3JIOKEHHs NMPHUMEHSIOT JIarpaH)KEBbIM TEH30p
JUCTOPCHH Ugp. Momymu Bparrepa Cq g, OOIIENPUHATEI, OHAKO HHOTA ya00Hee
UCIIOJIb30BaTh MapaMeTpbl JeGOopMaluy y;, KOTOpble UMEIOT HArJIAIHBINA Qu3nye-
CKH CMBICIL.

[TapameTpsl y; BBOAATCS Tak, YTOOBI OHM OOpALAUCh B HyJIb IPU HCUE3HOBE-
HUM Aedopmalium, a COOTBETCTBYIOIIMMU UM Ae(OopMalusiMU SBJISIOTCS: BCECTO-
pPOHHEe C)KaTue Y|, OTHOOCHBIE CXATUs Yz, Y3 U CABHUTH Y4, Vs, V6. ECIU UMerOTCS
HECKOJIbKO aTOMOB B 3JIEMEHTApHOU sYeiKe, TO MmapaMeTpsl Y7, Vg, ... OMUCHIBAIOT
OTHOCHUTEJIbHBIE CMELIECHUS 3TUX aTOMOB Ipu Jepopmanuu kpucrtaia. Ilo onpe-
JENCHUIO JUIs OJHOATOMHOIO KPHUCTaIIa TEH30P AUCTOPCUHM Uy BHIPAXKAETCS de-
pe3 y; caeayrommuM oopa3om (cM., Hamp., [25]):

Ty =(147) > (072) 2 (14 13) ™2 = £ (n072013),
1+uy, =(1+Y1)l/3(1+“/2)_1/3 (1+Y3)_1/2 =/ (YI,YZaYS)’ (1)
1+u33 =(1+Y1)1/3 (1+Y2)2/3 = f3(v1-72)s

Up3 =Y4, U3 =7Ys5, Uiy =Yg, U3y =Uz; =uy =0.

[TpousBosHas cBoOOIHOM 3HEprun F(y) MO mapaMmerpaM y|—ye ONpPEIeseT yI-
pyrue moxynu tumna dykca, GU3nYecKu HATISAHBIEC TP OONBIINX Je(opMaIusIx

_1[0"F)

_ _ 2
loy-an) @

i.l

B nanbHelinem moBeeHHE CKATOTO KpUCTalia OyaeM OMHMCHIBATh 3TUMU MO-
IynsiMA Biy.

IToxaxem cBsA3b Mexay Momyisamu bparrepa Cy, ®@ykca By, n bupua B;; B Ha-
npsbkeHHOM kpuctaiie (p # 0):

4
Chy =311+§B33 +p, (3)
2
Ciy 2311—5333—17, 4)
Cag =By +p. (%)

Monynu bupua B;; BeIpaxkaroTcs Kak

BocByS =Lapys p(S(xySBS + 80(86&{ - S(xﬁsyf)) >

4
3112344+§B33:C11—P= (6)
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2
B, =B —5333 =Cp+p,

Biy=Byy=Cyy—p.

Mopymu tuna bparrepa Cj; 3aBUCAT OT JaBJi€HHS p, @ Bj; MOXHO CKOMIIOHO-
BaTh TOJBKO M3 MoJyled bupua B;;, koTopeie B ciryyae KyOM4ECKOro KpHCTaslla
HEINOCPEJICTBEHHO U3MEPSIOTCS B YJIbTPA3BYKOBBIX 3KcrepumeHTax. Mraopupo-
BaHHUE 3TOT0 OOCTOSATENHCTBA MPUBOJIUT K IMyTaHULE YUCICHHBIX 3HAYCHUN KO3(-
¢uMeHTa ynpyrocTi HanpsiKeHHbIX KPUCTaJIOB.

3. Pe3yabTaThl pacyeToB

B pa6orax [12—14] ansa Bcero psaa cxareix KUIT O6b1mm paccuntansl 6apuye-
CKHE 3aBMCMMOCTH YNPYrux Moyiei bupua B;; u OTKIOHEHMH OT COOTHOLIEHMS
Komm d(p) ¢ y4eToM MHOTOYaCTHYHOTO B3aUMOJCHCTBUS M Ae(opMaIuu Iiek-
TPOHHBIX 000j04Yek. CpaBHEHHE TEOPETUYECKHX BEIUYUH O(p) C IKCHEPUMEH-
TaJbHBIMU TOKA3aJI0 aJ€KBaTHOCTh MOCTPOEHUSI TEOPUU M MOJENM pacuera rnapa-
METPOB.

3anuuiem Moaynu Pykca Bj; 4epe3 MOMyYEHHBIE TAPAMETPBI B BUJIE

2
By =6e—4[2G—H—2F+2E—Vt -2.710107D],
a

82

By :80—4[G+4H+8F+2E—2Vq+Vt—0.231934DJ, (7)

2
By = :7[G+2H +4F 8V, +V,~0.52494D |.

3nece H= Hy+ 0H, G = Gy + 6G (Hyp u G( SIBISIOTCS IEPBOA U BTOPOM TIPOU3-
BOJHBIMU NAPHOTO KOPOTKOJAEKCTBYIOLIETO MOTEHIMANIA OTTAIKUBaHuA Vs, = E(O) +
+ W, niis paBHOBECHBIX PACCTOSIHUU TEPBBIX cocenelt; 0H, 0G — TpeX4acTHYHBIC
MOMPAaBKH, MPUBOJAAIIUE K HELIEHTPAILHOCTH MApHOTO B3auMoaencTBus); F, E —
KOPOTKOJIECHCTBYIOMINE CHUIIBI MEKJy BTOPBIMHU coceltsimMu; Vi, V, — mapamerpsr
COOTBETCTBEHHO TPEXYaCTUYHOI'O0 M KBAaJAPYIOJBHOIO B3aMMOJCHCTBHN; D ompe-
Jenser Bzaumonaencrteue Ban-nep-Baansca.
Monynu @ykca (7) MOKHO NPEACTaBUTh KaK

_no t q
By- _BU+BU+BU’

2
a

¢ 1 1 (8)

so-Lploeron), s -kp] L]

1
By = K(p)[3G+28H +V,], Bj, =K(p)|-47, ],
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0
Bj; — paccuntaHHble HaMH paHee MOJyJH ymnpyroctd @ykca ¢ MapHbIM [OTCH-

nuajgoMm B monensx M1, M3 u M5 [26]. B monenu M5 kopoTkoaeicTByomas
4acTh MOTEHIMANIa OTTAJIKUBAHUS pACCUMTaHa MO TOYHOU (popmyre ansi KBajapa-
TUYHOU monpaBku W, (cM. popmymy (6) B [27]) Vi, = E© +W(S"), B apyrux mo-
nensix M3 u M1 W, paccuutsiBaeTcsi B IpUOIMKEHUH s Kpowme toro, B Mmozemnsax
M3 u M5 nepeonpenenena koncranta Ban-nep-Baansca C — C(1 — AéP ") u yu-
TEHBl B pacyerax KOpPOTKOJEHCTBYIOIIMX CHJI «BTOpBIe» coceau [26]. B camoii
npoctoit Mmoaenu M1 4 = 3 =0 u y4TeHBI TOJIBKO IEPBHIE COCE/IH.

Ha puc. 1 [28,29] npuBeneHsl pe3ynbTaTbl pacdeTOB MOJAYJEH YNpPyrocTu
®yxkca Bjj ¢ y4eTOM TPEX4YacTUYHOrO M KBAJPYIOJBHOIO B3aMMOJCHCTBUN B
3aBUCUMOCTHU OT cxkatusi u = AV/Vy (AV = Vy— V(p), rne Vo — o6bvem nipu p = 0)

30+ . 60+
4 1
25- /
1 | ]
#$ S ,
20- Ry 40-
/ «
. 15+ /9 /’ :‘Q [
m'_‘ i %/ u// m J
10+ 4 A 20+
< .
7 ’ 7 -
5 n < /QO/ - ﬂ/ﬂ'n //
o <~ 10
0" él—éné'//
0 T T T T T T T 1 0 e, T T T T T T T T T T T 1
0 0.1 0.2 0.3 0.4 0 0.1 0203040506 0.7
u u
a o
707 ’ Puc. 1. 3aBucumocts Moxyneir dykca By
60- (a), B33 (0), Bas (8) oT cxatust u it Ne, Ar,
Kr, Xe: —m—, —¢—, —A—, —®— — HACTOSIIUI
50+ pacuer ¢ y4eToM TPEXYACTHYHOTO U KBaz[py-
£ TIONBHOTO B3aMMOJICHCTBHH Bj; = B (M3)
Oer 40-_ + Bj + Bj; - — By = BH(MS) + By +
o 304 J +B11 ann Ne [26); ~- = B, = B(I)I(Ml) +
1 [ ] +Bll + Bll JJIA Ar (B (M3) B (MS)
20+ e ij(Ml) — pacuer mopnysed dykca ¢ map-
10 ] é&/ °\ HBIM IMOTEHIMAJIOM B Mozeilsx M3, M5 u
] 4%/ ° M1 cooTBeTCTBeHHO); O, O, A, O — JKCIIe-
" . puMeHTanbHble 3HaueHus By [28] ana Ne,

0 01 02 03 04 05 06 0.7 Ar, Kr u Xe COOTBETCTBEHHO; ¥ — JKCIIe-

u pUMeHTanpHOe 3HaueHue By s Kr [29]
8
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st Ne, Ar, Kr u Xe. Kak BugHO u3 puc. 1,a, coriacue TeopeTuyeckoi BETMUUHbI
B u skcniepuMeHTanbHON [28] Xopoiiiee U 3aBUCUT OT BBHIOOpa MOJEIH pacdera
napHoro noreHnuana. Tax, st Ne B kauecTBe 6a30Boi HEOOXOIMMO HCIIOIh30BATh
Mozenb M5 [26], nns Ar — M1, a 11t TSKeNbIX KPUCTAJUIOB MHEPTHBIX ra3oB Kr u
Xe — M3 [26]. B oTkioHenusx Teopun (pacyeT Ha ocHOBe Mozenei M3 u MS) ot
JKCIIEPUMEHTA 3aMETHA OIPEIECICHHAs TEHICHLMS: TEOPETHYECKUH MOAYIb Bj]
JIO’KUTCS] HECKOJIBKO BBIILIE SKCIIEPUMEHTAIbHBIX KPUBBIX /17151 BCero psga Ne—Xe.

3aBUCHUMOCTb CIIBUTOBOTO MOJIYJISL B33 OT CXKaTUs UMEET TOT K€ XapaKTep, 4To
u B11(u), x0T MOHOTOHHOCTH B psiny Ne, Ar, Kr, Xe Hapymaercs (puc. 1,6).

B Xe mpu cxarusx u = 0.6 caIBUroBbIi MOAYIb Bag4 OOpamiaercs B Hyllb. OTO
YKa3bIBaCT Ha IMOSBIICHUE a0COMIOTHON HEYCTOMYMBOCTH M HEOOXOIUMOCTH (ha3o-
BOro mepexojna. JledCTBUTENbHO, TaKON Mepexo ObUl SKCIIEPUMEHTAIHHO OOHa-
pyxeH B [30]. D10 mepexoa W3 MPOMEXKYTOUYHOW IUIOTHOynakoBaHHOW B ['TIVY-
dazy npu 75 GPa HenmocpeACTBEHHO Tepe]] MeTaIn3auel, MPOUCXOASIIEH mpu
u=0.65 (132 GPa) [31].

OTMeTUM, YTO MPU BBHICOKOM AABJICHUHU YUET TPEXUACTUYHOTO M KBAAPYMHOIb-
HOTO B3aUMOJICCTBUYN MPUBOAUT K HAPYIICHUIO JTUHEHHON OapuuecKoi 3aBHCH-

MOCTH, XapaKTepHOU s Bl? (p) u Blol (p) [14,26].

4. Ynpyras anuzorponusi 3eHepa

AHU30TpOMNUs SBISETCS CIEACTBUEM TOTO, YTO B CTPYKTYpE KpUCTallia B pas-
HBIX HAMpPaBJICHUSX Pa3IMYHbl PACCTOSHUS U CUJIBI CBSI3M MEXKIY aTOMamH, U Mpo-
ABJISIETCSA TEM CUJIbHEE, YEM HIKE CUMMETpUS KpUCTauioB. KonndyecTBeHHO yIpy-
Y0 aHU30TPOINUIO OLEHMBAIOT MO MAaKCUMAaJbHOMY Pa3IM4MIO0 MOAYJEH ympyro-
cru. Tak, ko3 durpenT ynpyroir aHH30TponMu 3eHepa I KPUCTAIIOB ¢ KyOuye-
CKOHM CUMMETpHEN OIpeieisieTcsl Kak OTHOIICHUE ABYX CIBUIOBBIX MOYJICH:

A, = 28y _ By
B,-8, Bs;

roe Az = 1, ecnu Marepuai U30TponHbid. Moayib B44 OTHOCHTCS K CABHUIY BCEM

)

miockoctr (100) B mpoM3BOJILHOM HaNpaBlIeHUH, a B33 — K CIBUTY 4epe3 MI0CKO-
ctu (110) B nanpasennu [110] [16].

Ha puc. 2 [19,29,32-35] ynpyras anuzotponus 3eHepa Az NpeacTaBlieHa Kak
¢bynkus napnenust aus Ne, Ar, Kr u Xe. [[ns skciepuMeHTalbHBIX JaHHBIX Ne
xapakTepHo ObicTpoe yMeHbienue ot 4.9 npu p = 5 GPa no 3.6 npu p = 7 GPa
[32]. Kak BuaHO U3 puc. 2,a, Ham pacueT Az ais Ne pacrnosaokeH HUXKE SKCIepH-
MEHTAIBHOHM KpuBOH [32] 1 pacdeToB B TeOpUH (PYHKIIMOHAA IIOTHOCTH (density
functional theory — DFT) [19].

DKCIepuMeHTaabHas 3aBUCUMOCTh Kod(huinenta 3eHepa Az OT AaBICHHUS
owsuta ompenenena no 30 GPa [33] u 70 GPa [34] nns Ar u go 8 GPa [29] —
nns Kr. Ha puc. 2,6,6 BUJHO, 4TO MOJIyU€HHbIE HaMU 3HA4YeHUS Az JIOkKATCS
Mexay 2.8 1 2.5 ¥ ¢ pOCTOM JaBIEHUS CTPEMSTCS K M30TPOIHOMY nipeneny Az = 1.
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Puc. 2. 3aBucumocTs ko3 pumpeHTa yrpyroi aHu30Tponuu 3eHepa Ay OT JaBJICHUAS IS
Ne (a), Ar (6), Kr (6) u Xe (2): —m— — HacTOSIIIUI pacyeT ¢ y4ETOM TPEXYaACTHUHOTO H
KBaJIPyIOJLHOTO B3aUMO/ICHCTBHIA; --M-- — Halll pacyeT Ha OCHOBE MapHOTO MOTEHIIMANIA;
—0O — — pacuet B DFT [19]; ¥ — skcmepument miis Ne [32], Ar [34], Kr [29], Xe [35];

—A— — TeOpeTHYECKUi pacueT Az, mony4yeHHbId B pabote [33]; A — skcnepumenT [33]

Kak mMoxHO BHIETh, HalM pe3ynbTaThl A Ar u Kr cormacyrorcst ¢ skcrepuMeH-
ToM [29,34] 1 pacueramu apyrux aBTopoB [19,33] noBonbHO xopomro. Ha nmpumepe
Ar XOpOIIIO BUIHO pa3iM4yle B SKCIIEPHUMEHTAIBHBIX JaHHBIX, MOJTYYEHHBIX TPYII-
namu aBTopoB Ilumuzy u np. [34] u I'pumcany u ap. [33]. Dto pasnuyre oObsACHS-
eTcs TeM, 4To aBTOpbI [33,36] u3Mepsiiu GapudecKyro 3aBUCHMOCTH MPOJOJIBHOM
aKyCTUYECKON CKOPOCTH JJISi POM3BOJIbHBIX HEU3BECTHBIX HAlpaBJIEHUII B MOHO-
kpuctamax Ar u Kr 6e3 onpeneneHus: opueHTaluu Kpuctamia. B omnuyre ot Hux
[umuzy ¢ xomneramu [29,32,34,35] nipu ©u3MEpEeHUH MOYJEH YIPYroCTH MPOBO-
JTAITY UIEHTU(UKALIMIO OPUEHTAIUH KPUCTAJUIA ISl KQKI0TO JaBIICHHUS.

Kax BunHo Ha puc. 2,2, Ham pacueT Ay st Xe, OCHOBaHHBIN Ha MapHOM I0-
TEHIIMaJIe, HAaXOJIUTCSI B XOPOILIEM COTJIaCHUU C KCIEPUMEHTOM [35] U COOTBETCT-
BYET KJIACCHUYECKOW 3aBUCUMOCTH Az(p). PaccunTaHHble BEIMUUHBI Az C yYETOM
TPEXYACTUYHOTO M KBAJPYIOJbHOIO B3aUMOAECUCTBUMN JIOKATCS HECKOJIBKO BBILIE,
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YeM HKCIIepUMEHTANIbHbIE JTaHHbIe, U HauuHast ¢ 15 GPa ObIcTpo cTpeMsTcs K HYJIO,
neMoHcTpupys HeycroiunBocTh I'TIK-da3er. B padore [30] mpu peHTTeHOBCKOM
UccleqoBaHuu cxxatoro Xe Onuto mokaszano, yto I'IIK-Xe naunnas c p = 14 GPa
IpeBpalaeTcs B MPOMEXKYTOUYHYIO IJIOTHOYNAKOBaHHYIO a3y, a 3aTeM IOJIHO-
cTbto npeodpaszyercs B I'TIY-ctpykrypy npu 75 GPa.

Kak MOXHO yBUAETH U3 pHC. 2, OOLIUM ISl SIKCIIEPUMEHTAIbHBIX PE3YyJIbTaTOB
Bcero psima Ne—Xe [29,32-35] sBasieTcst yMeHbleHHe Kod(hdUIMeHTa YIpyroi
AHU30TPONMH 3eHepa Az ¢ pOCTOM JIABJICHMS U CTPEMIICHUE K U30TPOITHOMY IIpe-
neny Az = 1. Onnako, kak ormedaeTcst B padorax [37,38], ansa KUI' xapakrepHo
YBEJIMUEHUE TEOPETHUECKON YIpPYyrod aHW30TPONUU C POCTOM JaBJICHUS, UTO
NPOTUBOPEUMT FKCIIEpUMEHTY. Pe3ynbraT pacueToB KoapdUIMeHTa yIpyroi aHu-
30Tponuu 3eHepa B IIUPOKOM MHTEpBaJie JaBieHUs (CxKaTHsl) PeACTaBieH B Tad-
auie ¥ Ha puc. 3. [lomydeHHble HAMM BEIMYUHBI A7 TOCTENEHHO YBEIMYHUBAIOTCS
JI0 OIPEIEIICHHOTO CKaTus MOJI0OHO APYTrUM TeopeTrueckuM padbortam [33,37,38].
Onnako HaumHas co cxaruit u = 0.6 B erkux kpucramwiax Ne u Ar, u = 0.4 — B Kr
u u = 0.5 — B Xe HaOmogaeTcsi yMEHbIIIEHUE Az U CTPEMJICHHE €T0 K U30TPOITHO-
My nipeneny Az = 1, 4To COOTBETCTBYET IKCIIEPUMEHTY.

Tabmuna
Ko dpuuuent ynpyroii anuzorponnu 3eHepa Az ¢ y4eTOM MHOTOYACTHIHOTO
U KBaJIpyNOJbHOI'0 B3aUMOJCHCTBHI

Ne Ar Kr Xe

p, GPa Ay p, GPa A7 | p,GPa | A; | p,GPa Az

0 | 0.12577 | 1.077625 | 0.016293 | 2.434 | 0.003 | 2.175 | —0.034 | 2.7025
0.1 | 0.39583 | 1.160236 | 0.507104 | 2.560 | 0.543 | 2.340 | 0.527 | 3.0353
0.2 ] 099819 | 1.22918 | 1.650368 | 2.651 | 1.749 | 2.464 | 1.740 | 3.3602
0.3 | 240156 | 1.285417 | 4.358211 | 2.703 | 4.468 | 2.533 | 4.349 | 3.6952
0.4 | 5.9108 1.32799 | 11.12668 | 2.702 | 10.870 | 2.523 | 10.096 | 3.9254
0.5 | 15.64443 | 1.352117 | 29.70535 | 2.629 | 27.190 | 2.349 | 23.454 | 2.4811
0.6 | 47.04933 | 1.344672 | 88.87489 | 2.452 | 74.576 | 1.977 | 57.653 | 0.6841
0.7 | 174.8627 | 1.272939 | 328.9479 | 2.137 | 245.234 | 1.447 - -
0.8 | 952.7774 | 1.058673 | 1842.881 | 1.662 — - - -

o

\\ Puc. 3. 3aBucumocts kod(hduimeHTa ym-
21 \ \. pyroi anuzorponuu 3eHepa Az OT cxKaTui

N

~ . _\\ s psana Ne—Xe: —m—, —¢—, —A—, —0— —
1- ¥ HACTOSIIMIA pacdeT ¢ Y4eTOM TPeXdacTHd-
o HOTO U KBaJIpYMOJIBHOTO B3aWMOACUCTBUI
s Ne, Ar, Kr n Xe cOOTBETCTBEHHO
0+ . . .
0.5 0.6 0.7 0.8

u
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5. 3akarouenne

B 2000 r. aBTops! [39] Ha npuMepe BHIOOPOYHBIX TEPMOJAUHAMUYECKUX U YII-
pYrux CBOMCTB HEOHa IpH p = () oKa3aiu, YTO HUA OJMH U3 UMEIOIIUXCS IPOCTBIX
MOJI€JIbHBIX MOTEHLIMATIOB HE MOKET aJIeKBaTHO ONMMCATh CKOJbKO-HUOYAb 3HAUYM-
TEJNBbHYI0 COBOKYNMHOCTH cBOMcTB KMI' B xopolem corimacuu ¢ 3KCIEPUMEHTOM
JlaXe MPU HOPMAJILHOM JIaBJICHUH.

Jna onucanus ceoiicts KMI™ nmox naBineHHeM B COBPEMEHHBIX TEOPETUYECKUX
paborax [19,37,38,40—42] aBTOpBI UCIOJIB3YIOT PA3IMYHbIE MOJETN U MPUOIIKE-
HUS U1 MEKATOMHBIX ITOTEHIIMAJIOB, 4 UMEHHO K ITapHBIM SMIIMPUUYECKUM ITOTCH-
yagam J00aBJISIIOT MHOTOYACTUYHBIE momnpaBku (Monaens Jlyoepa [43]) [40,42],
UCIOJB3YIOT MHOro4acTH4HbIM moreHuuan Jlynnksucra [38], BKIrodaromui B
ceOsl BKJIQJI SHEPTUU HYJICBBIX KoJieOanwii [44], pa3pabaThiBalOT aHATUTHUCCKUAN
MEXaTOMHBIN IMOTEHIMAJ OTTAJKUBAHUSA 3@ CUET NEPEKPBITUSA aTOMOB OKPYKEHUS
Ha OCHOBE TEOPUH HEOPTOTOHAIBHOM CUJILHOMW CBSI3U ISl CUCTEM C 3allOJIHEHHBI-
MU obosoukamu [41].

W3 Oonblioro yucia TEOPETUUYECKHX pabOT MO ATOMHBIM U 3JIEKTPOHHBIM
cBoiictBam cxkatbix KUI™ 3a mocnennue 10-15 ner cneayeT BbLACNuTh ab initio
pacuetsl Ha ocHoBe DFT [45] u npubnmxenus nokansHo# tuioTHOCTH (local den-
sity approximation — LDA) ans oOMEHHO-KOPPENSLMOHHOTO MOTeHnuana [46].
3T0 paboTHI 1O YIPYTUM CBOWMCTBAM, ()a30BBIM IE€pPEX0aM, IEKTPOHHOH CTPYyK-
Type u konebarenbHbIM cBoiicTBaM KUI™ mon nasnenuem [19,37,47-50]. ABTOopsl
pabotel [19] npeanonararoT, YTO yBEJIUYEHHUE IUIOTHOCTH 3apsiia B pe3yJsibTaTe
cKaTus MPUBEAET K yiayulneHuto npubnmxenus LDA, xors uzBectHo, uro LDA
IUIOXO OIHKCHIBAET CUCTEMBI, CBSI3aHHbIE TAaKMMM CIAObIMH CHUJIAMH, KAaK CHJIBI
Ban-nep-Baanwca [51]. B pabote [50] aBTOpBI «IIpeACTaBIsAIOT BIEPBBIE ab initio
uccinenopanue nuHamuku pemetku ['TIK-Xe. He Tonpko kak uccinenoBanue, mo-
Je3HOe AJIs TOJTy4YeHUs] TePMOJMHAMUYECKUX CBOWMCTB KCEHOHA caMoro mo ceoe,
HO TaKke W ISl TOTO, YTOOBI MPOBEPHUTH MPUTOAHOCTh TEXHUKU (YHKIIMOHAA
IUIOTHOCTH U MICEBIONOTEHIMANA Ul 3TOTO KJIacca MaTepuaioBy.

Kak B Teopun QyHKIMOHaNA MIIOTHOCTH, TaK U B PA3JIMYHBIX MOJEISAX TpeX-
yactuyHoro B3aumozencteus B KUI™ ynaercs noBonpHo ycnemso onucath ['IIK—
I'TIY-nepexon [43,47], ypaBHeHus cocTosiHus [42,19], ynpyrue cBoicTBa, BKIIIO-
yasi OTpHUILIATeIbHOE OTKJIOHEHUE OT cooTHoleHus: Konm B KUI' B mupokoit 00-
nactu nasnenus [19,37,38,40,41 u ap.]. OgHako xopoliee corjiacue ¢ dKCIepu-
MEHTOM PACCYMTAHHOI'O OTKJIOHEHMs OT cooTHoueHus: Komm d(p) nosmyunnocs y
psana aBTopoB Tosibko st Ar [19,37,38,40,41], mockonpky B HEeM MpeoOiagacT
MHOI0YacTUYHOE B3auMojeicTBre. OCHOBHOW OIIMOKON B 3TUX paboTax mnpu
onucannu cBoiictB KUI' siBiisieTCss HEQOCTATOUHBIN YUYET WJIM UTHOPUPOBAHUE Jie-
(dopmanuu 3MEKTPOHHBIX 000JI0YEK aTOMOB.

OO6muit moaxon (cM. [12] u ccbulkM TaMm) K TOCTPOEHHUIO ailnadaTUYECKOro Mo-
teHuMana U ans psna Ne—Xe M03BOJISET BBIACHUTh Hanbojiee BaKHbIE B3aUMO-
NEICTBUS B HUX, T.€. CTPYKTYpPY MEKAaTOMHBIX NOTeHIMan10B. O60cHOBaHHasI 10C-
TATOYHO TOYHas Qopma aauabaTHUECKOro MOTEHIMaNa, IMOJyuYeHHas paHee B
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MPENONI0KEHUN TTApHOTO MEXAaTOMHOTO B3auMoJeHCTBUs [52—-54], Oblta 0000-
[IeHa Ha CIIy4ail JJisi n-aTOMHOTO B3aumMojeicTBus [15]. Pa3BuTas Teopust mo3so-
JS€T BBIYMCIUTH KOPOTKOACHCTBYIOUIMN MOTEHIMAI OTTAJIKWBAHUS WHAUBUIY-
aJlbHO JUISl KaXXA0ro Kpucramia psga Ne—Xe ¢ yueToM MHOMOYaCTUYHOTO U KBaj-
pPyNoOJNIBHOTO B3aumoneucTsuii. g Ne B KOpOTKOAEHCTBYIOLIEM MAPHOM IIOTEH-
[[Majge OTTAJIKUBAHUs TPEOYETCsl BKIIOUCHHE B aquabaTHUECKUi MOTEHIMA Cla-
raeMbIX BBICHIMX TMOPSAKOB MO MHTErpajgaM NepeKpbITUs. s ocTanbHBIX KpH-
CTaJIJIOB Psiia JOCTaTOYHO OTPAaHUYUTHCS KBAaAPATUYHBIM NPUOIMKEHUEM 110 MH-
TerpajiaM MepeKkphITHS.

[IpoBencHHBIM aHaIM3 pacdyeTOB M M3MEPEHMM MOIYJIEW yNPYrOCTH Halpsi-
JKEHHOTO KpHCTaJlJla 1MOoKa3aj, YTO MEXAaTOMHBIA MOTEHLHAJI C Y4eTOM Tpexdac-
TUYHOTO B3aMMOJICHCTBHA U Je(OpMAIMU dJIEKTPOHHBIX 000JI0YEK aTOMOB OTpa-
JKaeT Bce cyliecTBeHHbIe uepThl noBeaeHus KUI' nox nasnennem.

B 3akniroueHue moaBeneM UTOTM MCCIENOBAaHUIO YIPYTUX CBOWCTB U CHEJIaeM
P 3aMEYaHUM.

1. I3 cpaBHEHUsI pa3IMYHBIX SKCIIEPUMEHTAIIBHBIX JaHHBIX [29,32—-36] BHUIHO,
YTO MU3MEPEHUE YIPYrUX MOIYJIEW OYEHb UYBCTBUTEIBHO K METOAMKE W Hayajb-
HBIM YCIIOBHUSIM.

2. Baxxna npaBuiibHasi UHTEPIPETALUS TUIIOB U3MEPSIEMBIX YIPYTUX MOIYJICH.

3. JIunelinas Oapuueckas 3aBUCHMOCTb MOJYyJIEH YHOPYTOCTH HpPH BBICOKOM

0
AaBJICHUH, XapaKTEpHas IJid Blj (p) , PACCUUTAHHBIX Ha OCHOBC ITApHOTO IIOTCH-

1yana, HapyulaeTrcs Mpu ydere TPeX4acTUYHOTO M KBAJPYIOJbHOTO B3aMMOJEH-
cTBUM. JTO obecneynBaeT oOpalieHUe B HyJIb CIBHUTOBOTO MOAYJsS By mna Xe
npu 75 GPa, uro coorBerctByeT I'LIK-I'TIY -niepexony.

4. nauBuayanbHasi 3aBUCUMOCTh OTKJIOHEHHS OT cooTHomieHusi Kommu d(p)
JUISL KQXKA0T0 M3 KPUCTAIUIOB €CTh PE3YJbTAaT JBYX KOHKYPHUPYIOLIUX B3aUMOCH-
CTBUH — MHOTOYaCTUYHOTO U KBAJPyHOJIbHOTO, IPOSBISIOLIETOCS B KBaAPYIOib-
HOM nedopMaIuu MEKTPOHHBIX 000JI0YEK aTOMOB MPU CMEILIEHUSX SIIEP.

5. AfleKkBaTHOE BOCIIPOM3BENECHUE ASKCIIEPUMEHTAIbHOW OapuuecKoil 3aBHCH-
MOCTH OTKJIOHEHUS OT cooTHoIIeHus Ko d(p) MOXKET CIy>KUTh OCHOBHBIM KPH-
TEPUEM MPaBUIIBHOCTH ITOCTPOEHUS TEOPUHU.

6. B smnupuyeckux NOoTeHIMAIaX MPHU ONPEASICHUHN NONPAaBKU K TApHOMY I10-
TEHIMaJly 32 CUET TPEXUAaCTUYHOTO B3aWMOJEWUCTBHUS CJEIyEeT ONUPAThCS HE Ha
HKCIIEPUMEHTANIbHBIN CIBUTOBBIM MOAyib Bsg, a Ha Bij, MOCKOIBKY MMEHHO B
3TOT MOJyJIb OCHOBHOM BKJIaJ BHOCUT TPEXYaCTUYHOE B3aUMOJEHUCTBUE, a B MO-
nyib Bgq — KBapynosibHOE B3aUMOJICHCTBHE.

7. Ab initio Teopus QpyHKIMOHAIA INIOTHOCTH HEIOCTATOYHO TOYHO YUUTHIBACT
neOopMaLIMIO AIIEKTPOHHBIX 000JI0UEK, a SMIHPUIECKHE PACUEThl €€ UTHOPUPYIOT.

1. K.b. Tornvizo, KOTD 20, 497 (1950).
2. K.b. Toanvieo, YOK 2, 242 (1957).
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E.P. Troitskaya, 1.V. Zhikharev, E.A. Pilipenko

ELASTIC PROPERTIES OF COMPRESSED RARE-GAS CRYSTALS
IN THE MODEL OF DEFORMABLE ATOMS

The elastic properties of compressed rare-gas crystals (RGC) Ne, Ar, Kr and Xe are in-
vestigated in the model of deformable and polarizable atoms. The Fuchs elastic moduli
and Zener elastic anisotropy coefficient have been calculated with inclusion of the three-
body and quadrupole interactions over a wide range of pressures. We have compared the
obtained results with the experiment and the results of other authors. We observe the

vanishing of the shear modulus B4y for Xe at a compression of 0.6, which corresponds to
the transition from the fcc phase to the hcp phase at 75 GPa.

Keywords: rare-gas crystals, deformation of electron shells, quadrupole interaction,
many-body interactions, high pressure, short-range repulsion, Zener elastic anisotropy
coefficient

Fig. 1. Dependence of the Fuchs elastic moduli By (@), B33 (6), B44 (8) on the compres-

sion u for Ne, Ar, Kr, Xe: -m—, —¢—, —A—, —e— — the presented calculation with inclusion

of the three-body and quadrupole interactions Bj; =B° (M3)+B' +BY; -m- - B, =
ij i

= Bfl (M3)+ B + B! for Ne [26]; ~&- ~ By = B?l M)+ B + B! for Ar (B) (M3),

Bg (M5), Bg- (M1) — calculation of the Fuchs elastic moduli with pair interaction poten-

tials previously calculated in the models M3, M5 and M1, respectively); 0, 0, A, 0 — ex-
perimental data B [28] for Ne, Ar, Kr u Xe respectively; ¥ — experimental data By4 for
Kr [29]
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Fig. 2. Pressure dependences of the Zener elastic anisotropy coefficient Az for Ne (a), Ar
(0), Kr (8) and Xe (2): —m— — the presented calculation with inclusion of the three-body
and quadrupole interactions; --m-- — calculation based on the pair interaction potentials;

—O —— DFT calculation [19]; % — experiment for Ne [32], Ar [34], Kr [29], Xe [35]; —A——
theoretical calculation 4y result obtained in ref. [33]]; A — experiment [33]
Fig. 3. Dependence of the Zener elastic anisotropy coefficient Az on the compression u

for the series Ne—Xe: —m—, —¢—, —A—, —e— — the presented calculation with inclusion of
the three-body and quadrupole interactions for Ne, Ar, Kr and Xe, respectively
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