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3ABUCHUMOCTDb CTEIIEHM MOHU3AIINN
PACIIBIJIEHHBIX YACTHWII OT 3APAIOA
BOMBAPIMNPYIOIIEI'O MOHA

H.A.Botliyexoscxuil, H.B.Heanos,
M.B.Meodseodesa, B.X.Pepaezep

Bonopoc o 3aBucuMmocTH Ko3dpPuUIUeRTa PaCOBIIEBEUA Y OT
3apana z 6oMbapIpyOUIEero HoOHa akTUBHO 0bcyxmancsa B 80-x

rojax B CBA3M C MeXaHM3MOM “KyJoHOBCKoro B3puBa” [1]. On-
HAKO N0 HACTOSAUIErO BPEMEeHW He MOJIYyYeHO HM OJHOTO YeTKO-
r'o KCOEPUMEHTAIBLHOIO CBUIETENHCTBA B IOJb3Y MEXaHM3Ma
['], Be TONBKO IpHM pacHBLIEHNN METAJIIOB, HO TaAKKe MOJYIpO-
BOJHWKOB M IW3JIEKTPUKOB, KOT A yCIOBUA, HEOGXOMMEIE IS
peasu3amuyM 3TOTO0 MEXaHW3Ma, MOIYT BHINOJNHATHCA. Twummy-
HbIl pe3ynbTaT 6nT mosnyder B pabore me-IlBapTa [%], rme ma3-
MepAIUCh K09 UIMEHTH pacublieEns aToMmoB Si(Y) u monos
Sit (Y1) B 3aBucHMocTH OT 3apsana 60M6apIMPYOMUX HOHOB
Ar*t (1€ 2z € ?/) ¢ HavaJbHOU aHeprueit Fy = 20 k3B. Brlro
IOKa3aHO, YTo Y He 3aBMCHUT OT Z BO BCeM MCCJIeIOBAHHOM MH-
TépBaJe, B TO BpeMs Kak Y+ u, cllenoBaTelbHO, CTEeHh MOHH-
samum nT =Y+ /(Y* +Y) pesko BospacratoT B obmactu z > 6.
TaxuMm 06pa3oM, z-4yBCTBHTEJIHLHRIM OKa3aJloCh He pPacIblie-
HYe, a pOPMUPOBaHKE 3aPALOBOrO COCTOAHUI.

Bruskuif o cMpiciny pe3ynbTaT GblI HOJydYeH HEJABHO B
paborax [>*], rne msmepsanmucey Bemwuumsr YV mna momos Nit
n COt uY — ana monexyn CO, pacmelTeBHRIX npu 6oMGap-
mapoBke moepxEocTH Ni(111), mOKpeITOM mieHKON ancopbu-
poBamEbIX Momekyl CO, momamu Ne*t u Kr*t (1 < z < 2)
¢ Ey = (20 — 500) »sB. Bnuio obHapy¥eHO, YTO OTHOIIEHHUE
Y*(2=2)/Y*(z=1) > 1 Bo Bcex uCCIeNOBARHBIX CIyYasx H C
yMmenbmieEUeM Fy Bo3pacTaeT, 1 Y He 3aBHUCUT OT 2.

D¢¢exr, onucannnii B [?], HabaoqaeTca B [°] mpu cyme-
CTBEHHO MEHBIIMX 2z, YTO MOXKeT OBITh CBA3aHO C Pa3TUIHEI-
MM MeXaHEW3MaMH{ pacOblIeHNs: KacKaIHbIM B [*] (xapakTepHoe
BpeMmsa T ~ 10713 C) ¥ OepBUYHBIM OPAMBEIM BLIGMBaHUWEM B [3]
(r € 107 ¢). Pesynpratst [3] u [*] e monyunmu o6bacHerEns
JaKe Ha KaYeCTBEHHOM YpPOBHe.

B macTosmeil paGoTe menaeTcA HONBITKA MOHATH (U3UUe-

CKyIO IpUuMEY 3aBucuMocT: Y 1 (2) (1: e. 7 (2)) pacosirernsx
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aTOMOB B PaMKaX MoIelIu GOpMHUPOBAaHUSA 3apANOBBIX COCTO-
AHUH OTIETAIOMUX YacTHN [°], MOTMGUIMPOBAHEOH ¢ ydIeTOM
3aBUCHMOCTH YaCTOT 3JIEKTPOHHO-OOMEHHBIX IPOMECCOB OT JIO-
KaJbHOIO 8JIEKTPOHHOIO COCTOSHUSA NoBepxHOCTH [8].

B o6nacty Mansx sEepruit (Ey < 500 9B) nponeccs pacnsi-
nerus (DepBUYHOE IpAMOe BbIGHBaHNE) U OPMUPOBAHUE 3aPA-
JOBBIX COCTOSHUI PaCCEeAHHBIX U PACHBLIIEHHBLIX YaCTHUI IPOUC-
XOIOAT OPaKTUIECKU OMHOBpeMeHHo. YeMm Gonbure 3apan 6GoM-
fap MPYIOIIEro UOHA, TeM OOJbIIe BIEKTPOHOB U3 IOKAILHOMN
06J1aCTH TOBEPXHOCTH Pa3MepOM NOPAIKA dIeMEeHTapHOM sueii-
KM KpMCTaJIJIa 3aTPaunBaeTCA Ha ero HeTpanusamuio. Tak Kak
BBIGMTHIN MOH HelITpaIU3yeTcsa 3JIeKTPOHAMU U3 3TOM e obla-
CTH, TO C POCTOM Z BEPOATHOCTL ero HedTpaawsanuul OyneT
YMEHBbIIATHCSA, €CIN 32 BPeMs CTOJKHOBEHUS 3JIeKTPOHBI U3 CO-
ceHUX oOjacTell He ycmeBaloT HOJHOCTHIO BOCCTAHOBUTH Ha-
4aJIbHOE 3HAUEHME 3IeKTPOHEHON MIOTHOCTH IyTEM TYyEHEJIUPO-
BaHUA B HAPYUIEHEYIO ODJIACTh.

Jlns OUEeHKN NOPANKa BelWYuwHbLl 3d(PeKTa B IpocTeileM
ciydae z = 1,2 paccMaTpuBaeTcA CHUcCTeMa IUddepeHnallb-
HBIX ypaBHEHUH.

Hanpumep, ansa z = 2:

QE—@ = — P ()W,_1 (%), (1)
dp;rt(t) = —PY(t)W1_o(t) + P** (O)We-a(2), @)
i%;—@ = -QT ()W (), o ®)

i’%ﬁ = —QYW(t) — 2P (Wyy(t) -

b 2P+(t)W1_.0 (t) + wt(no - n(t)) ' (4)

3mecyr —00 < t < 00, MOMeHT BpeMenu t = 0 cBA3BIBaeTCs €O
CTapTOM BHIGUTOM YaCTHIB! C HOBEPXHOCTH.

Ypasrerus (1) u (2) omucriBaloT HefiTpanusamuio 6oMGap-
IMPYIONIEro MABYX3apANHOIO WOHA IyTeM IOCJeNOBaTeIbHBIX
Oe-IepexooB, IepeBOIAIIMAX ero CHadala B OJHO3aPsIHbIA
nos (2 — 1), a 3aTeM B HefiTpanbELIf aToM (1 — 0) 1 npoucxo-
OAMMX KaK N0 BEIGMBAHWMSA aToMa moBepxHocTH (—oo < t < 0),
tak u mocae. P?*(t) m Pt (t) — oTHOCHTe BHBIE UUCTA COXPa-
HUBIIAXCA K MOMEHTY t IBYX- X OMHO3apAMHBLIX MOHOB GoMbap-
mipyromero myuka, P?t(t) + PT(t) + P°(t) = 1. Ypapmemus
(1) u (2)pemaiorca npu EadambEoM ycnouu P2t(—oco) = 1,
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P*(—00) = 0. Yactorsl Wy_1(t) 1 Wi_o(t) BeIGHpatOTCA B BU-
me [*]: Wi_i(t) = Ai_i(t) exp(—avt), roe Ai—k(t) = ai_xR2(2),
a;—; — udactoTa Oke-Iepexona Ha IOBEPXHOCTH MUINEHW IOpU
n(t) = no, R(t) = n(t)/no — BEPOATHOCTh OOHAPY’KUTH DJIEK-
TPOH B JIOKaJbHOU 06/acTH HOBEPXHOCTH, n(t) — oddexTns-
HOE YHCJIO 2JEKTPOHOB B 9TOM 06JacTH B MOMEHT BPeMeHH t,
ng = n(—00), o~ ompenenser a¢dexkTUBHBIE pasMep o6iacTu
3JIGKTPOHHOTO OOMeHa OTJIEeTAIOMMX YaCTHUIl ¢ IOBEPXHOCTHIO,
v} — HOpMalbHas K DOBEPXHOCTH COCTaBJISIOMad CKOPOCTH
HOHA.

Y paBHeHue (3) onuceBaeT HeATpaU3anMIO BHIOUTOR JacTH-
Ibl IyTeM TyHEeaupoBamua. Q1 (t) — oTHocuTensHOE uUUCIO
BHIGATHIX MOHOB, COXPAHUBIIMXCA K MOMeHTY ¢, QT (t < 0) = 0,
amput > 0 Qt(t) + Q°(t) = 1. YpaBHennme (3) pemraercs
npu HavameEOM ycaoBuu QT (0) = 1, Qt(00) = nt(z = 2) —
HCKOMas CTeleHb MOHM3amu¥ BHIOUTHIX gacTum. W(t) = A(t) x
X exp(—av/| t) — 4acToTa TYHHEIUPOBAHUA 3IEKTPOHOB U3 MU-
meRHu B BHIGUTHIA aToM, A(t) = aR(t), a — YacToTa TYHHEIUDPO-
BaHMWA Ha NOBEPXHOCTY MuImeHH npu n(t) = ng, v, — HopMaib-
Has COCTABJAOLIAA CKOPOCTY BBIOMTOM YaCTHUIBL.

Y paBHerue (4) OOMCHIBaET KMHETUKY 3a.CE€HEHOCTH JOKAIb-
HOrO y4yacTKa OOBePXHOCTH dJeKTpoHaMH. IlepBhle Tpu uileHa
B OpaBoi yacTy (4) OMKMCHBAIOT IOTEPIO 3JEKTPOHOB 33 CYeT MX
HepexonoB K 60M6apIUPYIOUIM X BHIOGMTHIM MOHAM, & HOCIe-

.HUH 4JleH —3aXBaT 3JEeKTPOHOB U3 COCeJHUX 06JacTeil MULIeHN

2)/Y(z=1)

Y(z=
+
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3aBMCMMOCTb OTHOIIEHMA CTeNeHeil MOHW3AIMM PacHbLIEHHEIX WOHOB
Nit npu GomBapamposxe Ni(111)4CO wmomamu Kr?t u Krt ot Eo.

Touxu — ®KCIEPUMEHT [°], cnaowinas Aunus — pacdeT. B mnpasoMm
BepXHeM yIJy [OKa3aH MEXaHWU3M DaCIblIeHUA.
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myTeM TYHHeJIWDPOBAHWUA C YacTOTOH w; = const. Y pasHernwe (4)
pemiaeTcs IPU HAYaJIbHOM ycaoBuH n(—00) = ng.

CooTBeTcTByIOIaA CHCTEMa ypaBHeHUH I1A ciaydad z = 1
nonyvaercs us cuctems! (1)-(4) nmpu P?*(t) = 0. Ee pemerue
nt(z = 1) BaxomMTCca OpM HavalbHOM ycnoBuu Pt (—o00) = 1.

Cucremnl ypaBerEuil (1-4) mns z = 2 u 2z = 1 pemanuchk
uncnegso. Bemmuwsa nt(z = 2)/n*(z = 1) cpaBEmBaNach ¢
n3meperHol B [*] Bemuummoit Y (z = 2)/Y+§;z = 1) (omm co-
BIAJAIOT, €C/I¥ KO (POUIMEeETH pacublieEns Y He 3aBHCAT OT
z) mas cnyuaes Kr’t, Krt — Ni(111) 4+ CO (cm. pucysOK).
PacuyeT npoBomasica OpyY TUOWYHLIX [JIs OPONeCccOB HeHTpau-
3aIMM YaCTOTaX [']. Y IOBIETBOPHUTENHHOE COTJIACHE C BKCIe-
PUMEHTOM NOJYYaeTcs OPH CIENYIOMIIX NapaMeTpaX MOoIelu:
no =3, wy =8-1013 ¢71,

[Nonyuernas BeIWUMHA w; OPUMEPHO Ha NOPANOK MeHbINE
COOTBETCTBYIOIETo 3HAYEHUA A TUCTHIX METAJIMUECKAX [O-
BePXHOCTell, YTO, BO3MOMKHO, CBA3AHO C MOKPHITAEM IOBEPXHO-
ctu Ni nnerxoit CO.

[TonyderHble pe3yIbTaTH HO3BOJSAIOT IOHATE, IOYEMY B pa-
Gote [%] paccMaTpuBaembiii addekT HabIr0IaeTCA TOMBLKO TPU
z > 6, — npu KackaqHoM pacuslierud (1 &~ 1071%) anekrpornan
CHCTeMa OOBEPXHOCTH NpK HeGONbMINX 3apAfax GomGapmipy-
IOIUX WOHOB YCIEBaeT OPAKTUYEeCKH IOJHOCTHIO PeJaKCHpO-
BaTb K MOMEHTY CTapTa PacCHblIEHHON YacTUNHL.

IlagBas paboTa Oblila YaCTHUYHO IO Aep:KaHa MexayEapon-
BbIM Hay4HBIM ¢ormoM, rparT Ne RU 2000.
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