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METOJA PACYHETA KOOO®UIUEHTOB IN®®Y3UU BOAOPOJA B METAJIJIAX

H. A. JaBbiaoB, B. H. IIuckynos, C. B. Konkun
POAL-BHUND D

Paspaboran merop pacyera kodddunnenta quddy3uu ra3oB B MeTajuiaX, OCHOBaH-
HbIi Ha COBMECTHOM HCIIOJb30BAaHUH MOJIEKYIIPHO-ANHAMUYECKOTO M KBAaHTOBO-
XMMHYECKOTro 1o/xo10B. IIpuBeneHbl pe3ynbTaThl pacueToB koddduuuenra audodysun

BOJIOPOZA B MaJUIaIUH.

BBeaenmne

Bonbioi MHTEpEC K PELIEHUIO 3aa4 MOJEINPOBaHUS
npoliecca IepeHoca BOIOPOa M ero M30TONOB B MeTaliax
CBSI3aH C IIPaKTHYECKUM PUMEHEHUEM CUCTEM MEeTalll—BO-
JIOPOA B aTOMHOW 3HEpreTHke (HCIIOIb30BAaHHWE THIPHIOB
METAJIOB), MAIMHOCTPOSGHUH M BOJOPOJHON JHEPreTHKE.
[Mocnennsiss cdepa npuMeHeHHsT OCOOEHHO aKTyajbHA B
CBSI3U C BO3MOXKHOCTBIO CO3/IaHHSI NCTOYHUKOB 3HEPIUH, HE
3arpsA3HSIONINX OKPYXKAIOIIYI0 cpeny. Baxueiimme TexHu-
YECKUE HAIPABJICHUS 110 MCIOIb30BAHUIO CUCTEM METalll—
BOJIOPOJ] B JIAaHHBIX OTPACIISIX CIEIYyIOLIMEe: OYUCTKa ra3o-
oOpazHoro Bojoposa (MeMOpaHBI U3 METAIJIOB M CIIABOB,
HanpuMep, MaJulafns ¢ BBICOKOW NMPOHMIIAEMOCTHIO); Xpa-
HEHUE BOJIOPOAA B BUAE THIPUAOB METAIOB (CIUIABBI Ha
OCHOBC THUTaHa, LOUPKOHUA W MarHus, 06paTI/IMO 10TJ10-
matomye 0oJIbIIoe KOJMYECTBO BOJIOPOAA); TPUMEHEHHE B
Ka4eCTBE AJICKTPOJIOB JUIS TOIUTUBHBIX 3JIEMEHTOB U T. II.

Ha mepBbrii B3rmsa Hanbosee MpHEeMIIEMBIM ISl YHC-
JICHHOTO MOJEIMpOBaHusl mporecca audpdy3un ra3os B
MeTayiax SIBJSIETCS. METOA MOJICKYJISIPHOW JIMHAMUKHU
(MM[), 6ypHO pa3BuBarommiics B mocieanee BpeMs. Ox-
HAaKO B JaHHBIA MOMEHT HET cBeleHuil o M/[-mporpamMmax
1oJj06HOro poja. [lpuynHa B OTPOMHOM Pa3iIMuUH MEXKIY
peasbHBIM BpEMEHEM Iporecca (Jachl-IHU) U UHTEPBAJIOM
MOJETTMPOBaHHS MeTo1oM M1 (IecSITKN MMKOCEKYH).

Ienbto naHHOM paOOTHI SIBIIACTCS pa3paboTka MeToza
pacyera ko3p¢unmenta quddysun D Bojopona B MeTai-
Jlax, B KOTOPOM 3TH TpyAHOCTH oOxonstcs. JlanpHelmiee
UCIIOJIb30BaHKE MapaMeTpa D B CTaHJAPTHBIX MPOrpaMmax
pacueta Tu(dy3und MO3BOISIET MOJCIUPOBATh BECh IPO-
1ecc B IeJoM. Pa3pabarhiBaeMblii METOJ, MO-BHIAMOMY,
MPUMEHUM HE TOJBKO JUISl CUCTEM METaJlI-BOJOPOJ, HO U
Julsl orpeneneHus: KodpuuueHToB camoanddysuu, nud-
(y3uu BakaHCHI M IPUMECHBIX aTOMOB B TBEPJIOM TeJIe.

[Mpennaraemplit MeTO/ pacueTa KOIPPHUIUESHTOB Ud-
¢dy3ur aTOMOB B TBEpJIOM TeJie BKIItoyaeT B ceos MJI-pac-
YeT TEIUIOBBIX KoJieOaHWH aTOMOB B JHMana3oHe BpeMeH
~10+100 nc, KBaHTOBO-XUMHUYECKUI pacyeT SHEPruu aKTH-
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BalMy, HajgoapbepHod Mud(dy3un aTOMOB B KpHCTaJUINYe-
CKOH pelieTke W INpHUMEeHeHHe (POpMysIT CTaTHCTHYECKOH
TEOpHUU TBEPAOTO TeJa Ul OKOHYATEIBHOIO pacyera mapa-
Merpa D. B nenom npeanaraemslii MeTo]] pa30uBaeTcs Ha
CJIEAYIOIINE AT

1. Pacuer noreHuuManoB B3aUMOJEHCTBUSL aTOMOB IIPH
MIOMOIITY KBAaHTOBO-XUMHUYIECKHUX METO/IOB.

2. AnnpokcuManus pacCYUTAHHBIX MOTEHIMAJIOB H3-
BECTHBIMH TUmamMu norteHuuaioB (Mopse, Jlennapna-
xoHca u 1p.).

3. M/ — moxenupoBaHue KojeOaHM COOCTBEHHBIX H
IIPUMECHBIX aTOMOB B CTPYKType MeTalia.

4. AHanm3 9acToT KoJeOaHUi aTOMOB B PEIICTKE V.

5. KBaHTOBO-XMMHYECKHE pacueThl SHEPIUi aKTHBa-
LU TIepexo/ia aTOMOB B COCEAHHE MEXI0Y3JIUs WIH Y3JIbI
pemetku E; .

6. Pacuer xoadduimentoB anddy3uu mnpu HOMOIIA
(bopMyJI CTaTUCTHYECKOI TeopuH TBepaoro Tena [1].

JanHas mpoleaypa pealn3oBaHa B BUIE YHCICHHOTO
aNTOPHTMa M MPOrPaMMBI, ¢ IIOMOLIBI0 KOTOPOW IpoBele-
HBI PacyeThl ¢ UCIIOIb30BaHUEM INOTCHIHANOB Pa3IHMYHBIX
THIIOB. B HOMHHAJBHBIX pacyuerax MOMy4YEHBI CICAYIONIUe
BEJIMYMHBL:  YacToTa  KoJNeOaHWi  aToMOB  BOJOpOIA

~6-1083 cl; SHEPrusl aKTUBAlIMK HajnOapbepHou auddy-
sun ~0,25 9B; koapdunuent muddysun Bomopoma D
~81071% M2 /¢ (ipu Temmneparype 430 K). Otu 3HaueHus

XOpOIIO COTJIACYIOTCS C 3KCIICPHUMCHTAIBFHBIMU JTAHHEI-
mu [2, 3].

1. PacueTr moTeHIIHAJIOB B3aMMO/A€liCTBHSI AaTOMOB
NMPHU MOMOIIU KBAHTOBO-XUMHUYECKHUX METOI0B

Ha mepBoif cragmm co3maHus MeToma pacdera ObLI
MIPOBEJICH aHAJIN3 BO3MOXKHOCTEH COBPEMEHHBIX ITPOrpamm,
pa3paboTaHHBIX APYIMMH HccienoBaresisiMu. Pacuer mo-
TEHINAJIOB B3aUMOJEHCTBUS MOXHO IPOBOAWTH MPHU II0-
Momu wm3BecTHBIX mporpamMm HyperChem, WinMOPAC,



GAMESS. JlaHHBIe NpOrpaMMBbl MO3BOJSIOT BBHINONHATH
pacdeTsl SHEPTUH CHUCTEM M MX PAaBHOBECHOW Ie€OMETPHUH
pa3IMYHBIME  HONYy3MIUPHUECKUMH  KBaHTOBO-XUMHYE-
CKUMH MeTojaMH. PacueTbl JByX4aCTHYHBIX ITOTEHIIMAJIOB
Pd-Pd u Pd-H nposeznens! no nporpamme HyperChem 7.01.
PesynbraTsl pacueToB mokaszansl Ha puc. 1, 2. Ha puc. 1
CIUIOIIHON JIMHMEW HaHECEH MOTEHIMal B3aUMOJIEHCTBUS
aTOMOB TaJUIa/Ns, TIOCTPOSHHBIA 1O AaHHBIM OUOIMOTEKU
noreHuuanoB Morse mporpammsl Materials Explorer. Ta-
KO€ CPaBHEHHME TPEJICTABIACTCS HEOOXOANMBIM, TIOCKOJIBKY
npu nomoiu komiuiekca Materials Explorer Hamu 6bu10
MPOBEJICHO HCCJIEJOBAaHUE JMHAMHKH KojeOaHuii coOct-
BEHHBIX M NPUMECHBIX aTOMOB B pelleTke mamiagus. Ha
puc. 2 TOKa3aHbl pe3yJbTAaThl PACUETOB IOTECHIHAIOB
B3aumopeiicrausg Pd-H u Pd-He ¢ ucnons3oBaHueM Cuio-
BbIX Tojieit Amber u Opls [4].
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Puc. 2. Pe3ynbpTaThl pacueToB MOTEHIHATIOB B3aMOIEHCTBUS
Pd-H u Pd-He

PesynbTaThl pacueToB NBYXYACTHYHBIX ITOTECHITHAJIOB
B3aMMOJICHCTBHSI aTOMOB OyIyT HCIOJNB30BaHbI B Jajlb-
HelimeM npu M/ MonmenupoBaHUM KOJICOAHWH aTOMOB B
peIIeTKe MauIaans.

2. AnnpoxcuManmsi paCCYMTAHHBIX NOTEHMAJIOB CTaH-
JApPTHBIMH 3aBHCUMOCTSIMH

B MM/I-pacuerax HCHOJB3YIOTCS Pa3IHYHbIE THIIbI
norenuuanoB (Lennard-Jones, Morse, Stillinger-Weber,
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Tersoff u 1p.), KOTOpPBIC YCIIOBHO MOXHO Pa3JICIHTh HA JIBa
TUIA: JByX4acTUYHbIC (MAPHBIC) U MHOTOYACTUYHBIC I10-
teHnuansl. [Ipu npoenernn MM/I-pacueToB kosneOaHMiA
ATOMOB B PCHICTKE Naliagus B3aHMOI[el>lICTBHe MEXKIY aTo-
MamMu Pd ommceIBaJIOCH MPH IOMOIIM MHOTOYACTHYHOTO
morenana LRFS. [Morermman LRFS (Long Range Finnis-
Sinclair) umeer Buz [7]

D= ZF(p,)+ Z(P,,(

l¢]

IlepBoe cnaraemMoe OMHCHIBAET MHOTOYACTHYHOE B3aHMO-
neiicTBrE

m
a
Fi(p;) =—€icipi » Zp( ) p(”ij): — | >
§ES] Tij
a BTOpPOC ABYXYAaCTUIHOC B3aHMO,HeI>iCTBH€
m
a
@ () =¢| —
i
B pacyerax HCIONB30BAIMCh IapaMeTpPhl IMOTEHIIHAA

LRFS wu3 Oubmmorekn mporpammsl Materiels Explorer:
€ =& =4,1790000e-0033B, ¢ =c, =1,0852600e+002,
a=3,89 Z\, paauyc obpe3anust paseH 7,78 A, m =7 — 9ucio
ONMKaNIIIIX COCEIICH.

Jlns pacdeToB 9acTOT KoeOaHUH BOAOPOAA U TEHS B
pemeTke mariagus NPUMEHSITUCh PACCUUTAHHBIE KBAHTO-
BO-XMMHYeCKUMH MeTonamu (PM3) aByxuacTuuHBIE MO-
tennuaisl Pd-H u Pd-He. [Ins onucanust B3auMoIeHCTBUS
Pd-H u Pd-He wncnonp3oBaH NByXYaCTUYHBIA ITOTCHITHAI
Morse (m = 2):

E= 0 {exp[—moc(r—RO)]—mexp[—moc(r—Ro)]}.
m—1

Ha puc. 3, 4 npencraBieHbl pe3yibTaThl aIPOKCUMAIIHN

PACCYNTAHHBIX TOTCHIMAIIOB B3amMojeicTBus. B Tadm. 1

MIPECTAaBICHBI MapaMeTphl MOTeHnuana Morse Ui B3au-

moneiicteus Pd-H u Pd-He, nosnydennsie B pesynbTare

pPacyYeTOB U HCIIOJIB30BAHHEIC B JaTbHCUIIICM.
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Puc. 3. AnmpokcumManys pacCUuTaHHOTO TTOTEHIMAIa
B3aumozeicreus Pd-H
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Puc. 4. AnnpokcumMariyisi pacCUMTaHHOTO TIOTEHIHAIa
B3aumoeiicteus Pd-He
Tabnuma 1
Paccunrannbie napaMeTpbl HOTEHIUAIOB
ATOMBI 0, o Ry, A
KKaJI/MOJIb
Pd-H 38,6058 1,7161 1,7621
Pd-He 0,5731 1,7560 2,8750

3. MI-moaenupoBaHue KoJ1edaHUi cOOCTBEHHBIX
M PUMECHBIX aTOMOB B CTPYKTYpe MeTaJLia

MonekyJsipHO-TUHAMHUYECKOE MOJIEJIUPOBAHUE IIPO-
BOJIMJIOCH JIUISL MJICaJIbHOTO KpUCTaJUIa naytaaus (fcc, a =
=3,8902A). B TecTOBBIX pacyeTax HCMOIH30BATIACH CUETHAS

sueiika, cocrosimass M3 3%x3X%3  sueMeHTapHBIX sue-
eK.ATOM TIpUMECH MTOMEMIAJICS B IEHTP suciku. J[aBneHne

BO BCEX pacyeTax 3aJaHO PaBHBIM 1-10° Ta. Ilar MOJIEIN-

pOBaHHUA COCTaBIT AT = 1-10™' ¢. Tecrosbie pacueTsl
MIPOBOAWINCH Ha uHTepBasie Bpemenu 10 ric. ITpoussBoau-
JHCh TaKKe pacyeTsl Ha OOJIbIIEM HWHTEpBaje BPEMEHH
(100 1c). IlpoBeneno Heckombko MJI[-pacdeToB mpu TeMm-
neparypax 300, 400,700 u 1000 K, yto0b1 yOemauThcs B
c1aboil 3aBHCMMOCTH CIIEKTpa 4YacTOT TEIUIOBBIX Koueba-
HUHA OT Temmeparypbl. V3MeHEeHHe TepMOIUHAMHUYECKHX
mapaMeTpoB B siaeiike mpu Temmeparype 300 K B mpormecce
MO/JIEITMPOBaHHS IPOMILTIOCTPUPOBAHO HA PHC. 5.

4. AHATU3 YaCcTOT KOJIe0aHMii aTOMOB B pelieTke

Jliist orpenienieHusl CreKTpa 4acToT KojeOaHuii aToMoB
B IIporiecce pacueTa (PUKCHPYETCsl 3aBUCUMOCTD KOOPIHHAT
BBIOPaHHOT'O aTOMa OT BpeMeHH. J[yis 3Toro Hammcasa 1moJ-
nporpamma, TpaHcdopmupyromias ¢opmar BblIaud, HC-
mosik3yeMblii B M/] mporpamme Materials Explorer, B ¢op-
Mat, YAOOHBIH Ui NanbHEHIIeH o0paboTKM pe3yJIbTaToB.
Yucnenno nuddepeHupys 3aBUCUMOCTh MOJIYJISL paiyc-
BEKTOpa BBIOPAaHHOIO aTOMa OT BPEMEHH, M HCIIOJB3Ys
npssmoe npeobpasoBanne PDypre ¢ynkuum AR(f)/At, BbI-
YHCIISIEM CIIEKTP YacTOT KoJieOaHWsI aToMa NMPUMECH B pe-
nreTke. Pe3ysbTaThl pacyeToB MpeICTaBlIeHbI Ha pHC. 6.

AHanu3 TOJY4YEHHBIX CIEKTPOB MO3BOJISIET BBIJE-
JIUTh XapaKTEpHbIE YacTOTHI KoieOaHWi aTroMa MpHUMecH
B MEXAOY3JIMH pemeTku Metauia. s Bonopoaa, Haxo-
JSIIETOCS B PelIeTKe NaJUTagus, XapaKTepHble YacTOTHI
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Puc. 5. M3sMeHenne 00beMa, JaBIeHNS U TemnepaTypsl saeiiku (V' [A], P [[a], T [K])
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Puc. 6. Cnextp yactot konebanuii Bogopoaa (a) u renus (0) B MeXA0y3IHU najuiaaus npu temmepatype 400 K

Vo KoinebaHuil, KOTOpbIE MOXXHO HAWTH W3 CIIEKTpa IO

MaKCHMAaJIbHOW aMIUIUTY/E, PaBHBI 9-10121/1Jm 5-1013 I'm,

T. €. UMEIOTCS [BE XapaKTEpHbIE YacTOTHI, KOTOPbIE, I0—
BUANMOMY, COOTBETCTBYIOT pPAa3JIMYHbBIM HalpaBJICHUAM
KosieOaHui (ITOBEPXHOCTH PaBHOW NOTECHIMAIBHOW 3HeEp-
THH JUTS fcc KPUCTAIDIA TMANIaAns HE SBIAIOTCA chepaMu).

Juis renus vy = 2-10"3 I'n, 4TO COOTBETCTBYET OJHOMY

MaKCUMyMy IO aMIUIMTyAe. JIBa OPYrHX JOKaJbHBIX Mak-
CMMyMa C71a00 BBIPRKEHBI M HMEIOT MAJIYI0 aMIUTHTYIY.
WMy MOXHO mpeHeOpeyb.

YacToTy KoJeGaHnil MOKHO HAWTH JIPYTUM CIIOCOOOM,
BBIYMCIIMB KOJIMYECTBO HM3MEHEHMI 3HaKa MPOM3BOIHOM
paaMyc-BeKTOpa M Pa3JesuB 3TO YHCIO Ha obmiee Bpems. B
pesyiabrare TOMYYIHTCS HEKOTOpas CPEOHSs 4YacToTa
<Vg >, KOTOPYI TaKKe MOXXHO HCIIONB30BATH B [ailb-

HEHIIMX pacyeTax.

5. KBaHTOBO-XMMHU4YecKHe pacyeThbl JHEPruil aKTH-
Bauuu 1uppy3nu

Pacuer mpoBoamics aisl aTOMOB TelMs M BOAOPOJa,
HaxodAIUuXCd B TPEX Pa3JIMYHBIX MCKAOY3IUAX MaJllaaus
(cM. puc. 7): B IeHTpe TeTpasapa, 00pa30BaHHOTO aTOMaMU
NaJuTaansi; B IEHTPE TPaHHU TETpad/ipa; MEXIy ABYMs aTo-
MaMH najutaaus (cepequHa pedpa TeTpasipa).

Hmeromasicst B pacropssKeHHH aBTOPOB MPOTpaMMa
HyperChem mo3BonsieT MPOBOAWUTH IMOJXYIMIIHPUICCKUC
KBaHTOBO-XUMHUYECKUe pacueThl s cucteM Pd-H u Pd-He
cnenyrommmu Metogamu [4]: metogom ZINDO/1; meTonom
PM3 (tompko mist Pd-H); momexymsipHO MeXxaHWYeCKHM
meronoM MM+, Pe3ynbraThl pacueToB NOTEHLMAIBHOU
SHEPIUH PacCMaTpPHUBAEMbIX aTOMHBIX KOH(UTyparmii mpea-
cTaBneHsl B Tabm. 2, 3. B Tabm. 3 mpencraBieHB pe3yiib-
TaThl PaCUETOB YHEPTUH aKTUBAIMY IPU IIEPEX0e AaTOMOB

Puc. 7. IlonoxxeHust aTOMOB MIPpUMECH B MCKIOY3JIHUAX PCHICTKHU IMaJIaust
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BOJIOPOZIa W TeJIUSl M3 LIEHTpa TeTpadzpa, 00pa30BaHHOTO
aToMaMHu Tauranus (mojiokeHue (a)), B IEHTP TPaHd U
LeHTp pedpa terpadzapa (monoxenus (0) u (B)) COOTBETCT-
BeHHO. Ha puc. 8 moka3zaHo W3MeHEHHE MOTEHIHAILHON
SHEPrUHM CHUCTEMBI TPH IEepEeMElIeHNH aToMa BOJOpoJa
BJIOJIb TIPSIMOM, MPOXOAsIIel uepe3 aroM mnamaaus (Bep-
LIMHA TeTpad’/pa), IEHTP TeTpadjpa U LEHTP IpaHH TeTpa-
sapa. 3aBUCUMOCTD, IPEACTaBICHHAs Ha pHC. 8, MOJIydYeHa
MOTYIMITUPHYECKIM KBAaHTOBO-XUMHUYECKUM MeTozioM PM3.
Takum 00pa3oM, pe3yJbTaThl PACueTOB MOKA3alH, YTO
HAWMEHBIIIYIO SHEPTUI0 aKTUBAIIMY UMEET MePEX0/] aTOMOB U3
LIEHTpa TeTpa3/ipa B HAIPABJICHUH LIEHTPA IPaHu TeTpasipa.

Tabnuma 2

[oTeHmanpHast SHEPTHS ATOMOB BOJOPOa U TEIHS
B PA3JIMYHBIX MEKIOY3IUAX MAIIaaus (KKaJ/MOIIb)

Pacuyer metonom ZINDO/1
AtoMm a 6 B
H —375,55 -357,01 -280,45
He -914,94 -906,44 —847,4
Pacuer meTogom PM3
H —104,5 -87,1 -22,1
Pacuet meTogoM MM+
H 6,57 12,61 36,7
He 3,11 6,62 20,6
Tabaunma 3
PesynbraThl pacuera 3Hepruu akTUBALIUU
AE, /, xxan/monb AE, /,2B
Atom 0 B 0 B
ZINDO/1
H 18,54 95,1 0,81 4,14
He 8,5 67,54 0,37 2,94
PM3
H 17,4 82,4 0,76 3,59
MM+
H 6,04 30,13 0,26 1,31
He 3,51 17,49 0,15 0,76
-1
2 \\
-3
B 4 AN
&) 5 M T
5
-7
81 1,25 15 175 2 2,25
R, A

Puc. 8. 3MeHeHne MOTeHIAIbHON SHEPIHUH CUCTEMBI
IIpH NepeMelIeHHH aToMa BOJIopo/ia
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3HavyeHNs SHEPIUM aKTHUBAIMM Iepexoja B JaHHOM Ha-
NpaBJICHUH OYIyT MCIOJIL30BaHbI NIPH JaJbHEHIINX pacye-
Tax B KAYeCTBE PHEPTUHU aKTUBAIIUH TUPPY3HN.

6. Pacuer xo3ppuunenton nuddyzun
NMPHU MOMOUIHA COOTHOIIEHUI CTATHCTHYECKOH Teo-
pHM TBepIOro Tejia

[Tepenoc Bomoposa B 00beMe U Ha IMOBEPXHOCTH Me-
TaJyla BBILIE PAacCMaTPUBAJICS B NPUOIMKEHUM KilacCHye-
CKOW MexaHUKU. B cBsi3u ¢ Masioll Maccoil atToma BoAopo/ia
MOTYT OKa3aThCS BaXKHBIMH KBaHTOBBIE MOMpaBku. Kpatko
paccMOTPUM COOTHOUICHHSI, OIIMCBHIBAIOIINE YaCTOTHI Iepe-
X0/1a MEXIY ABYMsI COCEAHUMHM NOTEHINAIBHBIMU SIMaMHy,
XapaKTepHBIC 11 000UX MOIXOIOB.

B monorpadwuu [1] moapoOHO mpeacTaBiieH BHIBO 3a-
BUCHMOCTH KO3 QHUIUECHTOB IU(Qy3UH NPUMECHBIX aTo-
MOB B TBepoM Teie. OHOI N3 OCHOBHBIX BEJMYHUH SIBJISI-
€TCSl 9acTOTa IIEPECKOKOB aTOMOB IMPHMECH IO MEXKII0Y3-
JUSIM V. 3Hast BEJIMYMHY V, MOXKHO TIEPEHTH K BBIUYUCIICHUIO
koapdunmenta auddysuun D. s 3TOro HCIomb3yercs
W3BECTHOE COOTHOIICHHE, CBs3bIBaromiee Kodhduiment
muGdy3un co CpeaHEKBaJAPATUYHBIM CMEIICHHEM aToMa:

2
 ([r0-rof)
D; :Ef Jis KpHcTaia 3TO0 COOTHOLICHHE

1
uMmeer Bug: D = grozv , TII€ 7 — PACCTOSHUE MEXIY IBYMs

COCCIHUMH MEKI0Y3ITHUIMH.

B knmaccryeckoM MpHONMKCHHUW JUTSL 9acTOTHI Tepe-
CKOKOB MPUMECH 0 MEXIOY3JIUSAM CIPABEUIUBO COOTHO-
menue [1]

()

rae E; — sHeprus, HeoOXoAaumas AJsS HPEOAOJICHHS IIO-

Vg = Vo expl-E4 / kpT],

TEHIMAJILHOTO 0apbepa, OTACISIONIEr0 IePBOHAYAIBHYIO U
KOHEUHYIO KOH(UTYpaluy; vy — 4acTOTa TEIIOBBIX KOJe-

OaHuit aToMa npuMecH (MK BOJOPO/Ia) BOIM3M MUHUMyMa
MOTEeHUUaNIbHOM 3Hepruu. [{ns D cnpaBeuivBa cieayronias
OKOHYaTeJIbHasl 3aBUCUMOCTS [1]:

D= %rozvd = %rozvo exp[-E, /kgT]=

= DO exp[—Ed /kBT] . (2)

Korma  mepeHoc ~ KOHTpommpyercs  KBaHTOBO-
MEXaHWYEeCKHM TYHHEJBHBIM MEPEeX070M, 4acToTa Iepe-
CKOKOB MOJKET OBITh OITHUCAHA CXOIHBIM BhIPOXKECHHEM [5,6]
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L m J§ exp[-E, 1 kpTT].
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3necy E. — sHeprus, TpeOyemas Al yCTaHOBICHUS

TaK Ha3bIBaEMOMW COBIMAJAIONICH KOH(MUTYpAIHH, TPH KOTO-
poii BOIOPOI JAEIOKaIM30BaH HAJ COCETHHIMH ITOTCHITH-
albHBIMU SIMaMHU; Jy — MaTPUYHBIN 3JIEMEHT TYHHEJILHOTO

nepexona. Beipaxenue (3) crnpaBesIMBO TOJIBKO B OIperie-



JICHHOM TeMmreparypHoM uHTepBane 71, <7 <71} (cm. puc.

9). Hmxusst rpanniia o01acTi IPUMEHHIMOCTH OTIpEIeTIsIeT-
Csl BO3MOKHOCTBIO KJIACCHUYECKOTO OIMCaHusi KoJjieOaHuit
atomoB pemerku (7, ~Tp/2), rne Tp — Temmeparypa
Jebast. Bepxuss rpanuua 7, ompenessercss U3 yCIOBHUS
COBIAJICHHS YaCTOTHI TYHHEIILHOTO nepexofa (3) ¢ kimaccu-
4ecKoi yactoToil mepeckokoB (1) (v; ~v.). Ilpu Goisb-

X 9acToTax npeo6naﬂaeT KJIaCCHUYECKUM MEXaHH3M.
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Puc. 9. TemneparypHas 3aBUCUMOCTb YaCTOTHI IEPECKOKOB
(xmaccmyeckoe «1» 1 KBAaHTOBOE «2» MPUOIIKCHHUE )

B obmem ciydae, MockoyibKy paccMaTpHBaeMble Me-
XaHU3MBI IepexoJia IMPEACTaBISIOT COOOH MyTH OJHOTO
Iporecca, CyMMapHYI0 YacTOTy MEepexXoJ0B MOXKHO OIIpe-
JIETUTh KaK CyMMY 4acTOT IEPEX0/0B, OCYLIECTBIIAIOMINX-
Ccsi MO KIACCUYECKOMY M  KBaHTOBOMY  MEXaHU3-
My:V=V; +V,.. Jlna namnaausa 3HadeHue T, COCTaBIsET
271 K. Yto0b1 ompenenuTh BEPXHIOI TPAHUIYY MPUMEHH-
MOCTH COOTHOWIEHUs (3), HEOOXOAUMO paccuuTaTh Inapa-
merpel E, u Jy nna puddysun m3oTomoB Bomopoma B
nautaand. B Hacrosiiee BpeMs TakWe pacueThl MPOBOAAT-
cs. Ham u3BeCTHBI pe3ysbTaThl MMOJOOHBIX PACUYCTOB IS
cnexyromux cucreM: H/Nb, D/Nb, H/Ta, D/Ta [6].

Jamee mpuBeneHBl pe3yNbTaThl pacueToB Kod(duiu-
eHToB auddy3uu BogOpoaa B MADIATUN B KIACCHYECKOM
npubmmkenun (2) s remneparyp 7 > 400 K (mpennona-
raeTcsi, YTO HEPaBEHCTBO V; =V, 3aBEIOMO BBIIOJIHIETCS).
B 1abu1. 4 npencTaBiicHbl BEIYUCICHHBIC B pasjeiie 4 3Haye-
HUSI 4acTOT KoJjieOaHWH aTOMOB BOAOpOJa M TeIHs B pe-
IIETKE TauIausl ¥ pacyeTHbIC 3HAYECHNUS TPEIPKCIIOHEHIIN-
anpHOro koddunuenta D. PacuerHsle 3HaueHHs 3Hep-

ruit akTuBanuu auddysun E; Oblmu npuBeneHs! B Ta0m. 3.

Tab6nuuma 4
3HaueHus 4acToT L W mapamerpa Dy, UCIIONb3yeMble

B pacuetax koaddurmenra nupdysuu

Vg » TH < Vg >, FL[ 2 2
A M M
AToM | ®ypee | Cpemmss | 0> Dy, — |<Dy >—
aHalinu3 gacTtoTra ¢ ¢
9-10'2 1,09-1077
H 5| 85100 |27 ] 668107
5,12-10 6,22-10
He | 2-108 |4,510% | 27 (2431077 5461077
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[TpoBeneM cpaBHEHHE W3BECTHBIX HKCIIEPUMEHTAIIb-
HBIX 3aBHCHMOCTeH Koddduuuenra nuddy3un Bomopoaa
oT Temmepatypsl [3] M 3aBHCHMOCTH, BBIYHCICHHON Hpu
MoMOIIM cooTHomeHus (2). PacuerHas u skcmepuMeH-
TalbHAs 3aBHCHUMOCTU Ko3(ddummenrta nuddys3uu Bogo-
poxa moka3aHbl Ha puc. 10. [ns pacueta MCTIONB30BaHBI

clegymoomue napaMmerpsi: Dy :6,68~10_3 om? /e, Ey
= 25,37 xJIx/momb (0,26 3B).
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Puc. 10. CpaBHeHHUE pacueTHON U IKCIIEPUMEHTAIBHOM
3aBUCHMOCTH OT TeMrepaTypsl koddduunenta nuddys3un
BOJIOPO/IA B NTAJLIA/IMH (CILIOLIHAS JIMHUS — SKCIIEPUMEHTAIIbHbBIC
JaHHbIe [4])

Tabnuma 5

OKclepUMeHTAJIbHBIE U PacYEeTHBIE TTapaMeTPhl
muddysun Bogopona

Bux necite- Dy E;, D(430K), | D(530K),
JIOBaHUM M2 /e kJx/Mosb em? /¢ em? /e
Okcnepu- 3 -6 -5
werrr [4] 5,6:10 23,24 8,510 2,9-10

Pacuer 6,7 1073 25,37 5,5 107° 2,1- 107

B 1abn. 5 npexacraBneHsl pe3ynbTaThl CpaBHEHHMs Ia-
pameTpoB auddy3ur BOAOPOIA B MAIUIAINHU, TOIyYSHHBIE
Ha OCHOBAaHMH JKCIIEPHMEHTANIFHBIX JaHHBIX U B PE3yJIbTa-
T€ pacdyeToB. BHIHO, 4TO pe3ynbTaThl pacyeToOB XOPOIIO
COIIOCTABUMBI C 3KCIIEPUMEHTAIBLHBIMHU JaHHBIMHU.

3akiaoueHue

[Mpeanoxen meron pacyera KodppuuueHToB 1uddy-
3un D aTOMOB B TBEpJAOM Telle, BKIIIOYAIOIIUII B ceOst Mo-
JIEKYJIAPHO-IMHAMUYIECKHE PACUeThl TEIJIOBBIX KOJeOaHMH
aToMOB B amama3oHe BpeMeH ~ 10+100 mc, xBaHTOBO-
XUMU-YCCKUE PACYECTBl DHEPIrUM aKTUBALIMU JJId Hau6apb-
epHON M(D(Dy3un aTOMOB B KPUCTAJUTMUECKOH pEIIeTKE U
NIPUMEHEHHE 3aKOHOMEPHOCTEN CTaTUCTUYECKON Teopuu
TBEPJOro TeJa JUIl OKOHYATENbHOro pacuera D.

ITpu momomm pa3pabOTaHHOTO METOoJa IPOBEIECHBI
OLICHOYHBIE pacyeThl YaCTOT KoJieOaHUIl aTOMOB BO/IOpOJa
B pelIeTKe Maiagus MpU BBICOKMX TEMIepaTypax U ¢ Hc-
MI0Jb30BaHUEM MOTEHIIUAJIOB Pa3NINYHBIX THIOB. [lomyden-



HBIE B pe3ylbTaTe pPacyeToB 3HAYECHUs! KO3()(UIIMEHTOB
muddysun cormacyrorcsi 1Mo MOPSIKY BEITUYUHBI C JKCIE-
PUMEHTaNbHBIMHA JAHHBIMH. YYET KBaHTOBO-MEXaHU4Ye-
CKOTO TYHHEJBHOro 3((eKTa BO3MOXKEH MPU HCIOJIb30Ba-
HUM cooTHoMIeHHs (3) A ONpesesieHNs] YacTOThI TIepexo-
JIOB aTOMOB BOJIOPO/Ia MEXIY ABYMS COCETHUMH MOTCHIH-
AJBHBIMH SIMaMHU.

B nanbHeiiem, Ha Hall B3TJIs/, NPEACTABIsAECT UHTE-
pec pa3BUTHE METOJa NPUMEHHUTENBHO K pacyeram Koag-
¢uUIMeHToB MUPQPYy3Un AN CIOKHBIX CHCTEM, OCOOECHHO
Ui aMOp(QHBIX CIUIAaBOB M HAaHOKPUCTAJUIMYECKUX Be-
LIECTB, a TaKXX€ CO3JaHUE CIEUHaJbHOW MpOrpamMMbl Ha
OCHOBE paCCMOTPEHHOI'0 METO/a.

Cnncok JuTepaTypbl

1. XKupuncansko JI. Craructudeckas Gpusnka TBEpIOTo
tema. M.: Mup, 1975.

2. Tanmonnes A. B., Konapateer B. B. luddysus Bo-
JOpoJia B HEYIOPSIOYSHHBIX MeTalutax u cruiaBax// Y OH.
2003. T. 173, Ne 10. C. 1107-1129.

3. Wang D., Ted B. Flanagan, Kirk L. Shanahan. Per-
meation and Diffusion of Hydrogen Through Pd Membranes.
Chemistry Department, University of Vermont — Burlington.
Westinghouse Savannah River Co. WSRC-MS-2002-00899,
http://sti.srs.gov/fulltext/ms2002899/ms2002899.pdf .

4. Aspamos I1. B., Ouunnukos C. I'. KBanToBo-xu-
MHYECKOE ¥ MOJIEKYJIIPHO-IMHAMUYIECKOE MOJICTUPOBAHHE.
Hosocubupck: M3a.-so CO PAH, 2000.

5. Flynn C. P., Stoneham A. M. // Phys. Rev. B 1970.
Vol. 1. P. 3966.

6. Sundell G., Wahnstrom G.// Phys. Rev. Let. 2004.
Vol. 92, No 15. P. 155901.

7. Raftii-Tabar H. and Sutton A. P.// Phil. Mag. 1991.
Vol. 63(4). P. 217.

Cratpst moctynmiia B pegaxiuro 01.03.2006.




