denepanbHOE TOCYAAPCTBEHHOE aBTOHOMHOE 00pa30BaTeIbHOE YUPEKICHHE
BBICIIETO MPOo(decCUOHATBHOTO 00pa3oBaHusl «Y palbCKUi eepaabHbIii
yHHUBepcuTeT uMeHu nepporo [Ipesunenta Poccun b.H. Enbiinaa»

OU3NKO-TEXHOJOTUICCKUI HHCTUTYT
Kadenpa Texandeckoit puzuku

Ha mpaBax pykonucu

CEUTOB JIACTAH

MOJIEKVJIAPHO-JMHAMMWYECKOE MOAEJIMPOBAHUE
PA3VIIOPAAOYEHNA U MACCOIIEPEHOCA B
HAHOKPUCTAJUIAX OKCUIHOI'O AAEPHOI'O TOIVIMBA

CnenmansHocTh: 1.3.8. @u3uka KOHAEHCUPOBAHHOTO COCTOSIHUS

JuccepTanus Ha COUCKaHUE YYEHOUM CTENEHH KaHAUAaTa
(U3UKO-MaTEMAaTUYECKUX HAYK

Hay4HbIi1 pyKOBOAUTEND:
Kynpsoxkna A 5.

JIOKTOp (pU3MKO-MaTEMaTUYECKUX
HayK, npodeccop

ExatepunOypr — 2022



2
OI'JIABJIEHUE

Cnmcok COKpaeHHil U YCJTOBHBIX O003HAYCHMI .........ooovveeiiieinieniee e 5
L3331 1) £ 07 (TR 6

1. MOJIeKyJIﬂpHO-IlI/IHaMI/I‘IeCKaSI MO/J€J1b BBICOKOIHEPTECTHUYECCKUX PO ECCOB

B KPHCTAIIAX (U,PU, TH)O2. .ot 15
1.1. VpaBHEHUS ABUKCHUST GACTHI .vveeervvreeserersssneessssesssssnessssessssssesssnsssessssseenns 15
1.1.1. UaTerpupoBaHUE YPABHEHHM JTIBHIKECHHUS ... ceevreenreesnreeaneeasnneennneesneens 15
1.1.2. I1Iar MHTETPUPOBAHMS .. .vveeirvrreessrreesssteeesssseesssssessssssessssssessssssessssnessnnes 16
1.1.3. IDAHMYUHBIC YCIOBH ....veevveerieeiresnreenreesteesseessneasseaseesseesneesnnesnneesneesnee e 19
1.2. METOMKA MOJCTHUPOBAHKIST «...vvvveerrresssrensssseessssesssssnesssssesssssesssnsssessnsneens 20
1.2.1. MOACITBHBIC HAHOKPHCTAIITBI ..vvuveessveeessreessreessressnsesssessnsessssneessessnenns 20
1.2.2. [Ipon3BOAUTEIBHOCTD MOJICITAPOBAHUST «...vvveeesvrrressreeesssreessssnnessssnessnns 21
1.2.3. Pacuer KO3 OUIHEHTA TUDPYZHH ....evvenvveeinieiieeee e 22
1.3. TTOTEHIIAAIIBI B3BAUMOIETACTBIIS ... eeeeeeenseeeeeseesessessnssessessnseesessnnssesessnanseesens 24
1.3.1. B3auMoAgeHCTBHUE COOCTBEHHBIX MOHOB......cccieveieieieieieiereieeeeerereseseeeeeeens 24
1.3.2. IloTeHImanbsl B3aMMOJICHCTBHE aTOMa IejIus ¢ OKPY>KCHHEM B
TUOKCUAAX YPAHA U TTYTOHMS «..vvevveeenteeeneeesnneesnneesnnessnnesasnesesnneessnessnnessnesenes 30
O 55570 71 4 5 TR 37

2. MopneanpoBanue camoau(p¢y3nu co6CTBEHHbIX HOHOB B HAHOKPHUCTAJLJIAX
OKCHTHOTO TOTITIHBA ......eeeeeeenteeseeeeeseesesasseeeee s seeseesssseesessnseesessaseeseesnseeeeennneees 38

2.1. Inddys3us KaTHOHOB ypaHa U IITyTOHUS B 00bEME HAHOKPHUCTAIIIOB

(UL PU)O 2 et bbbt bbb 38
2.1.1. CoBpeMEHHOE COCTOSTHUE TIPOOTEMBIL......covveerrearreerreesieesinesneesseesseesseenes 38
2.1.2. Meroauka pacuéra kodddunuenta quddy3un KaTuoHOB B 00BEME
13 E:03 (004 )4 (ut R ) - PO U PR 40
2.1.3. KoappunmeHTsI 1 MEXaHU3MBI TADDYIUM ....vvvveinrieeeiiiieeeiiiinesnnieeesnaneas 42

2.2. lnddysus KaTHOHOB TOpHUs B 00bEME HAHOKPUCTAIIOB ThO7 ..., 47
2.2.1. AKTYaTBbHOCTD HCCIICIOBAHMS .. .ceuvveerereesnteeasteeateeessneesnseesnsesssesasseesnsnes 47
2.2.2. MONEKyISIPHO-THHAMUYECKAST MOJECIID ....vveeurreeeisrreessinensssnnenessnnesesnnness 47

2.2.3. Mexanusm qud¢y3uu TOpHs B IPUCYTCTBUM KATUOHHOW BaKaHCHU ... 49

2.3. luddys3us Kuciopoa B THocTexnomeTpuieckoM auokcuae ypana UO;

............................................................................................................................. 54
2.3.1. AKTYaJIbBHOCTD HUCCIIEHOBAHMS ...ecuvveenreesnreessreeaneeesnneesnneesnnessnessneesnnnes 54
2.3.2. MONEeKyASIPHO-TUHAMUAYECKAS MOTIEITD ...vvveuvveenieeesireesireesnseesnseeessneessnas 55

2.3.3. Ocobennoctu audy3un KUcIopoaa B MOJEIbLHBIX HAHOKpUCTAJIaxX 9/



3

2.3.4. 3aBucumMocTh ko3 duiuenTa nupdy3un KuciIopoaa oT CTEXUOMETPUU

......................................................................................................................... 59
pZRC TR T 5 51270 V1 4 5 (TR 62

3. MoaeaupoBanue 1u¢g¢y3um rejiusi 1 KPUNTOHA B THOKCH/IE YPaHa ........... 64
3.1, IudPy3us TeUS B UO2..ccciiiiiiiiiie ittt 64
3.2. Tuddy3us KPUOTOHA B U7 ..o.eviiiiiiiiieiic e 67
3.2.1. AKTYaTbHOCTD MCCIICIOBAHUST . vvvevvvvresssreeesssrnessssnesssssnesssssensssssesssssnnenns 67
3.2.2. METOUKA MOMICTTUPOBAHIST ......vveevveessteeasseesteeessnessssessnsesssessnsesssseesssnes 68
3.2.3. MexaHu3M MUTPAITAN ATOMA KPHUIITOHA .vveevvvrveeisreresssreessssrenssssnesessneenns 70

TG T 55 5 5: Y0 3145 (R 75

4. Bo3aeiicTBHe 0AUIMCTHYECKHX KACKAA0B CTOJKHOBEHHH HA NMY3bIPbKHU

KCEHOHA U rejiusi B Kpucraiax PUO2. MoJiekyJsIpHO-THHAMIYECKOe

MOTEITHPOBAHME ......ccuvvveeiveeessiteeessstetesssaessassessssteeessssseessssessaassesessssessssssesssseessnnes 76
4.1. COBPEMEHHOE COCTOSIHUE ITPOOIIEMBL. .....vvveureeesreeesnreesnreesnneeasneeesnneesnneesneens 76
4.2. MEeTOIUKA MOJCITHPOBAHIS ..vvvreisvrreesssrreessrreesssseesssssessssssnsssnssessssssesssssessnnes 80

4.2.1. MOIIETTBHAST CHCTEMA....eevvreeesseseeerseesssssessssesssssesssssnsssessesseessssnnnrreeeeees 80
4.2.2. B3auMoeiCTBHE aTOMOB KCEHOHA C OKPYHKCHUCM .....vvvveevreresvvneesnennas 82
4.3. OOCYKICHUE PEIYIIBTATOB ....vvevveesreesseessressreasseesseesseessreaseesseesseessessssessseesses 83
4.3.1. DHeprus my3bIpbKOB, B3aUMOJICHCTBOBABIINX C OAITUCTUYECKUM
0 1) 0 11 (0 ). (T 83
4.3.2. TlepepacCTBOPEHUE KCCHOHA M TCITHST «vvveuvvreesssreessssneessssnnsssssnesssssenssnsnnes 88
4.3.3. BnusiHue my3bIpbKkoB Ha GpopMy 1ot aeopmaiiuu, Co31aBaeMoro
OQTUTUCTAYECKIM KACKAIOM .....eeeerrenseesessnnseessssnnssesesssnssessessnnsessessnnsssssssnaneeseens 93
4.3.4. IIoporoBbI€ SJHEPTUN CMEIICHUS ATOMA KCEHOHA .. .eeveeeinrrrereessnrreeeannns 94
L 3 8 52 Y0 )1 (T 96
5. BeIxox BemecTBa ¢ NOBepXHOCTH KpUCTALI0B PuO2 noa Bo3aeiicTBueM

OAIMCTHYECKHUX KACKATOB CTOMKHOBECHME ........ccvvvieeeeieeeeeeeiieeeeeeeieeeeseennneens 97
TN I £330 (<) £ . (PR TP PR 97
5.2. MeTOIUKA MOJICITAPOBAHHST «..c..uvvveeinireeesnrreesssseessssseessnsseessnssessssseessssseessnsnes 99
5.3. IloporoBast SHEPTUSA CMEIIEHUS KHUCTOPOIA ....vvvenrrernreeeereessreessnesssessnseeenes 99

5.4. B3aumoeiicTBrue 0aJUTMCTUUYECKHUX KAaCKag0B CTOJIKHOBEHUM C

MOBEPXHOCTHIO KPUCTAITUTOB KYOHMUECKOU (DOPMBIL......vvieirieiiiieiiiieeiee e 101
5.4.1. Xapaxrep B3auMOJEHCTBUS OATNTUCTUYECKUX KACKaJIOB C
TTOBEPXHOCTBED ...t tuttetesuteeeaauseeassuteeesassseesasbeaesasbeeaassseeessnseeeansseesanneeeaanneeessnes 101
5.4.2. PactipeienieHUE paCIbUICHHBIX KJIACTEPOB IO PABMEPAM ......oeveruvvessn. 103



4

5.5. BzaumoneiicTBue 0amIMCTUYECKUX KACKaI0B C TIOBEPXHOCTHIO

HAHOKPUCTAIIOB OKTAIPUUECKOM POPMBL.....vvviiruviieiiiiiieiiiiieesiiieesineessineeeens 106
5.5.1. OCOOEHHOCTH MOJIETTEHOM CHUCTEMDBI ...cevvvneeeirrensseeeessnseesessnseesessnnssees 106
5.5.2. Pe3ynbTaThl MOJETTAPOBAHUS ... vveeevreressreeessrressssessssnesssssessssnesssssnees 109

LT O T 555 5: Y0 3145 (T 112

BAKITHOUEHME . ........coiuviiiiiieiieesiteestee e bt e e ste e e st e e ssb e e s ste e e be e e beeesbeeessbeeanbeesnbeeenneennns 113

CIIHCOK JTHTEPATYPDBI ...eeeiuvvieiiuiiieaiiiieessiieesassteessssesssssssssssessssssesssssseessnssessssssesans 116



3)
CIIMCOK COKPAIIIEHUH M YCJIOBHBIX OBO3HAYEHUI

a — MOCTOSIHHAS PEIIETKN KPUCTAILIA;

<a?> — cpexHMii KBaJpaT CMEILEHHS YaCTHIL B IIpouecce AuQpdy3um;

D — xoaddunuent quddys3nn raza B KpuCTaILIE;

Ea — sHeprus aktuBaruu 1udPpy3un COOCTBEHHBIX HOHOB U aTOMOB
PaJMOTEHHBIX ra30B;

E, — MOPOTOBAs YHEPTHUS CMEIIEHUS YACTHUI] B KPUCTAILIIE;

e — BJIEMEHTapHbBIN 3aps/I;

Fj‘ — I-s1 KOMIIOHEHTA BEKTOPa Pe3yJIbTUPYIOIICH CHIIbI, ICHCTBYIONICH Ha

YJACTHILY 110l HOMEPOM J;

Ke — KOHCTaHTa 3aKkoHa KyioHa;
— MepUOo A TPAHUYHBIX YCIOBHUH MPHU MOACIUPOBAHUN KPHUCTAIIIOB;
— KOJIMYECTBO YaCTHII B HEMOCPEICTBEHHO MOJICTTMPYEMOiT 00JIaCTH KpUCTAIIA;

R — paccrosiHue MEXTy B3aUMO/ICHCTBYIOIIMMHI YaCTUIIAMU;

Rn — mosokeHre MUHUMYMa MapHOTO MOTEHIIMaja B3auMOICHCTBUS;

T — abcoJroTHas TeMIIEpaTypa;

j — TApHBIH MOTEHIMAN B3aMMOJICHCTBHS YaCTHIL IIO]] HOMEPaMH |, J;

Kk — nocTosiHHas bonbiiMana;

m  — Macca aToMa WX UOHA;

n — YHCTIOBasi KOHIIEHTPAIIUS YaCTHII;

gi — 2(QdeKTHUBHBIN 3aps] i-r0 HOHA B MOACITFHOM KPHCTAILIE,

r — BEKTOp KOOPJIUHAT I-i YaCTHIIBI;

t — MOJIEIIFHOE BPEeMsI B X0JI€ BBIYHUCIUTEIILHOTO SKCIIEPUMEHTA;

U; — I-51 KOMITOHEHTA BEKTOPa CKOPOCTH YACTHIIBI IOl HOMEPOM J;

Zi  — 3apsn saapa aroma (HOHa) 10T HOMEPOM ]

£ — riayOMHa MUHAMYMa TTapHOTO MOTEHIIMAajIa B3auMO/ICHCTBHS,

o  — TIOJIOKEHHUE HYJIS MAPHOTO MOTEHIINAIa B3aUMOICUCTBUSI.
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BBEJAEHUE

AKTYaJIbHOCTH U30PaHHON TeMBbI

YcToliunBoe pa3BUTHE SAEPHOIM SHEPTETUKU TpeOyeT pelleHus TaKuxX 3ajad,
KaK BOCIIPOM3BOJCTBO JIEISAIIMXCS H30TOIOB, 3aMbIKAHUE SIAEPHOIO TOIUIMBHOIO
LIMKJIA, YBEIUYCHHUE MPOAODKUTEIBHOCTH KAMIIAHUU PEAKTOPOB 10 NIEPE3arpy3Ku
TOIUIMBA C LIEJIBI0 MUHUMU3ALMH IIPOU3BOJICTBA BBICOKOAKTUBHBIX OTXOJIOB.

KommMmepueckue saepHble peakTopbl, CxuUramomue B ocHoBHOM U-235,
pPacxoayroT JUIb OKOJO 1% mpHpOIHOro ypaHa, Tak 4TO Pa3BEJaHHBIX 3aIACOB
ypaHa, pu COBPEMEHHOM O0BbeMe MOTpeOJIeHHs, TI0CTaTOYHO Bcero Ha 120 ner.
AJbTepHATUBHBIC TOILTUBHBIC IUKIBI Ha 0Oaze cmeceit UO,, PuO; m ThO; B
peakTopax-pa3MHOXKUTENAX (HA TEIIOBBIX HEUTPOHAX B MPUCYTCTBUU TOPUS, JTUOO
Ha OBICTPBIX HEUTPOHAX B €r0 OTCYTCTBHE) MO3BOJAT MPOIJIUTH JKU3HB SIIEPHOMN
HHEPreTHKH JJO HECKOJIBKUX ThICY JieT. HeoOxonumMocTs o0ecnieueHrs HalEKHOCTH
1 6€3011aCHOCTH ATOMHBIX CTAHLIUN NPEABSBIIAET K TOIUIMBY TaKU€ TPEOOBAHNUS, KaK
YCTOMYMBOCTH K BBICOKUM TEMIIEPATYPAM U JIaBJICHUAM IIPH OOJyYEHUHU B PEAKTOPE,
ylIepKaHUE PATUOTEHHBIX Ta30B B KPHUCTAUIMYECKOM O00BEME, MHHHUMAJIbHOE
pacnyxaHue, CTaOWIbHOCTh TEIIO(U3NYECKUX, TPAHCIOPTHBIX U MEXaHUYECKHX
XapaKTepUCTHK NpHU dKcIulyatauud. Bo BceM Mupe BO300HOBIEH HMHTEpeC K
OKCUJAaM KaK K BO3MOKHOMY SII€PHOMY TOIUIMBY JJII BBICOKOTEMIIEPATYPHBIX
pPEaKTOpPOB C Ta30BbIM OXJIAXKACHUEM, a TakKKe il OBICTPBIX PEAKTOPOB CO
CBUHLIOBBIM, HATPUEBBIM U TE€IMEBBIM TEIUIOHOCUTEISIMH, M JaXXe KOCMUYECKHUX
SHEPreTHYECKUX peakTopoB [1-5].

OCHOBHOW NMPUYMHOW BO3MOYKHOUW JIETpafalliy XapaKTEPUCTUK TOIUIABA O]
BO3/ICIICTBIEM HEUTPOHHOTO OOJIYUYECHHS SIBISIFOTCS paguallMOHHO-CTUMYJIHPOBaH-
HbI€ MPOIIECChl, TAKUE KaK pa3pylIeHHE KPUCTAJUIMYECKOW pelIeTKu OalIucTH-
YECKMMM KacKaJaMU CTOJKHOBEHHM M TEIUIOBBIMH BCIUIECKAMH, HAKOIUICHHE
pPaAMOreHHBIX Ta30B M JPYrMX NPOAYKTOB SIEPHOrO pacmnana, H3MEHEHHE
CTEXHOMETPUU KPUCTAIUIOB TOIUIMBA, CTPYKTYPhI U pa3MepoB 3epHa [6-14].

OOpazoBaHue Ta30BbIX BKJIIOYEHHH B KpHUCTAJJIaX TOIUIMBA SJIEPHBIX

PCAKTOPOB MOKCET IMMPHUBOAUTL K ACrpagalvd €ro (I)I/ISI/I‘IGCKI/IX XapaKTCPUCTUK
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(OXpynuMBaHUIO, MOHUKEHUIO TEIJIOMPOBOJHOCTH), a TAKXKE SBISIETCS OJHUM U3
MEXaHU3MOB PaJIMAIIMOHHOTO PacIyXaHus TOIJIMBA, OMIACHOTO M3-3a BO3MOXKHOCTH
BO3HMKHOBEHHUSI MEXAaHWYECKOTO0 KOHTAKTa C OOOJIOYKON TEIUIOBBIJCIISIIONIETO
AJ€MEHTHI. BBIXO/I pauoreHHBIX ra30B U3 TOIUIMBA YBEIMYMBAET JIABJICHHUE MO/
oOosioukoi. B aBapuiiHbIX ycIOBUAX (BO3pAacTaHME pPEAKTUBHOCTH, IMOTEPS
TEIJIOHOCUTENSI) BO3MOXHO (PparMeHTalus TOIUIMBA, OOYCIIOBIIGHHAs pPE3KUM
pacuIMpeHreM ras3a, CoJIepkaulerocsi B 3aKphIThIX My3bIphKaxX WX MOpax.

N3BecTHO, 4YTO BAKAHCUOHHBIE MOJIOCTU U Fa30BbIE MMYy3bIPHKU, CYIIIECTBYIOLINE
B 00bEMe KpucTawioB simepHoro toruBa (Bkimodas UO; u PuO,) mpeacrasmisitor
co0OM «JIOBYIIKHM», MPENATCTBYIONIUE MUTPAIIMU aTOMOB PaJUOTCHHBIX T'a30B Ha
rpaHulbl  3€pEH W MOBEPXHOCTh KpucTawia. (OCHOBHBIM  MEXaHU3MOM,
o0ecrneunBaOIIMM TIEPEPACTBOPEHUE 3aXBAYCHHBIX aTOMOB B 00BEM KpHUCTaJUIU-
YECKOM PEIIETKH, CYUUTACTCS B3aUMOICHCTBUE MTY3bIPHKOB C OBICTPHIMU YaCTUIIAMU
MPOAYKTaMU SIIEPHBIX PEAKIUi, a TaKXKE C KacKaJaMu CTOJKHOBEHHI, BO3HUKAIO-
UMY NPU MPOXOKJICHUM TaKUX YacTHull yepe3 kpuctami. lIpencrarisier unrepec
U3YYeHHUE KakK IMpolecca pa3pylieHus] My3bIpbKOB, TaKk U JIU(PPYy3un OJTUHOYHBIX
aTOMOB ra3a yepe3 00bEM KpUCTaJUIOB TOIUIMBA.

ClI0OKHOCTP M COBMECTHOE€ MNPOTEKAHWE PaATUALMOHHO-CTUMYJIUPOBAHHBIX
MPOIIECCOB 3aTPYAHSIOT ONPENIEICHUE UX XapaKTEPUCTUK U3 SKCIEPUMEHTAIbHBIX
JIAHHBIX, YeM O00YCJIOBJIECHA HEOOXOJUMOCTh BBIYMCIUTEIHLHOTO MOJECIUPOBAHUS,
MO3BOJISIONIETO PA3CISITh PA3IMYHBIE MPOIIECCHl, B MOAPOOHOCTSIX H3ydaTh HMX
MEXaHHU3MbI U B3aUMHOE BIIMSIHUE.

MakcuManbHOM JeTanu3aliu U3y4aeMbIX MOJEIbHBIX CHUCTEM IO3BOJISIOT
J00MBAThCS KBAHTOBO-XMMHUECKUE PACUEThI M3 MEPBBIX MpHUHIUIOB [15-17]. Tem
HE MEHEE, MPOU3BOJUTEIIBHOCTh TAaKUX PAcUE€TOB O4YeHb orpanuueHa. Octaércs
aKTyaJbHBIM JIOMOJHEHUE TMEPBOMPUHIIMITHOTO MOJICIUPOBAHUS KIIACCUYECKON
MOJICKYJIIpHOM JuHamMukon. Kimaccudeckass MoJieKyJsipHas TuHAMUKa, Oiaromaps
BBICOKOM  TPOU3BOJIUTEIBHOCTU  MOJCJIUPOBAHMS,  TO3BOJIIET  H3Yy4aTh

IIPUHOUITNAIIBHO OOJBIIINE CUCTEMEI U MJINTCIBbHBIC IIPOLCCCHI. KonuuectBennas



8

TOYHOCTb B JAHHOM CJIy4ae MOXET ObITb oOOecledeHa SMIUPUYECKUMHU
MOTEHIIUAJIAMU B3aUMOJCHCTBHS, OCHOBAHHBIMU HA SKCIIEPUMEHTAIIbHBIX JaHHBIX.

Crenenb pa3padlOTaHHOCTH TeMbI

PaGoThl MO BBIYUCIUTEIHLHOMY MOCIUPOBAHUIO KPUCTAIIOB OKCHIHOTO
saeproro tormsa (U,Pu,Th)O, Beayrces ¢ 1970-x rogos [9, 11, 17-28]. U3yuensr
TETUIOPU3NUCCKUE, MEXaHUYECKHE M JUAJICKTpUUeckue xapakrepuctuku [18-20],
MEXaHHU3MbI Pa3yNoOpPsAOUCHHS] KPUCTAIIMYECKON PEHIETKH (Takue, Kak KacKabl
CTOJIKHOBEHHMU M TEIJIOBbIE BCIuiecku [29-33]), nuddy3us coOCTBEHHBIX HOHOB |8,
34], pacTtBopeHue u nepeHoc npumecer [35-36], cymepuonHslii mepexon [37],
maBieHue [38], da3oBble mEpexoJbl MPU BBICOKUX JABJICHUSX, CTPYKTypa
AJIEKTPOHHBIX MOJICUCTEM, MarHUTHBIE cBoiicTBa [15-17]. CyiecTByioT paboThl,
MOCBSILLIEHHBIE KJIACTEPOOOPA30BaAHUIO U SBJICHUSIM nepeHoca B
HECTEXMOMETpUYECKUX Kpuctasuiax [39]. UncTpymeHTamMu ucciae10BaHus ObLITH KaK
MEPBOIPUHLIMIHBIE PACUETHI, BKIIOYAs KBAHTOBYIO MOJIEKYJISIPHYIO TMHAMUKY, TaK
U KIACCUYECKOE, — CTAaTHYECKOE W JUHAMHYECKOE, — MOJICIUPOBAHUE C
MCIOJIb30BAaHUEM SMITUPUUECKUX U PACUETHBIX MOTEHIIMAIIOB B3aUMOIEUCTBUS [23 -
25, 8, 40-43].

BeruncnurensHbIMH  METOAAaMH  HaumOoJee XOpoIlio U3Yy4YeHbl (XOTS ToO-
npexxHeMy TpeOyroT yTodHeHms) cBoiicTBa kpuctaiuia UO; B CpaBHHTEIHHO
YHOPSIIOUYEHHBIX COCTOSAHUAX. OTHAKO, O] BO3/IEWCTBUEM BBICOKOIHEPTETUYECKUX
IPOAYKTOB SIIEPHOTO pacnaja B KpUCTaUIax TOIUIMBA OOpa3yrOTCs CHUIIBHO
pa3ynopsA/I04eHHbIe 00JIaCTH, AKKyMYJUPYIOTCS pPAaJUALMOHHBIE TOBPEKICHUS
[43]. ITporiecchl TAKOTO pa3ymopsIoueHHsI, Kak 1 0COOCHHOCTH BBICOKOIC(EKTHBIX
kpuctauioB (U,Pu,Th)O, uzydensl pparmMeHTapHO, 110 MPUYUHE BHIYUCIATEIILHOM
PECYPCOEMKOCTH HUCCIIEIOBaHUK. Pa3BUTHE BBIUMCIMTEIBHON TEXHUKUA B IPEJbI-
JYIIHE ACCATUIICTUS 00ECIIeUnBaIO TIOCTOSHHOE OOHOBIICHHE pe3ysbraToB [29-30],
MPOJIOJKAIOIIEECS U CETOTHS.

Ienu u 3axpaun

[lenbro HacToOsIIEH paOOThI CTAJIO TTOJYYEHHUE HOBBIX JIAHHBIX O MEXaHU3MaX U

KOJIMICCTBCHHBIX XaPAKTCPUCTUKAX PAJUAINMOHHOI'O PA3YINOPAAOYUCHHA, a4 TAKIKC
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SBJIICHHMA TNEpEeHOca B OOJyYEHHBIX KpHCTAJUIaX OKCHUAHOTO SIAEPHOrO TOILIMBA
(U,Pu)O; m ThO, mMeromoM KiTacCHYECKOTr0 MOJICKYISIPHO-THHAMUYIECKOTO MOJIe-
JUPOBAHMS HAHOKPHUCTAIJIOB CO CBOOOJHOM MOBEPXHOCTHIO, M30JUPOBAHHBIX B
BakyyMe. OCHOBHBIMU 3aJja4aMu ObLIH:

eCo37aHNE JIOCTOBEPHBIX MOJEKYJSIPHO-AUHAMUYECKUX MOJIEIEH HaHO-
kpuctaios (U,Pu)O, u ThOs.

e[locTaHOBKA BBIYUCIHUTENIBHBIX SKCIEPUMEHTOB, MO3BOJUBIINX BbIICHATD
MEXaHU3MBbI U KOJIMYECTBEHHBIE TAPaMETPhI ABJICHUIN pa3ynopsAa0UYeHUs U IEPEHOCa
B MOJICJIbHBIX HAHOKPUCTAJUIAX.

Hayuynasi HoBu3Ha

HoBu3na HacTosiieid paboTbl 00YCJIOBJIEHA NPUMEHEHHEM BBICOKOIPOU3-
BOJAUTEIBHOTO MOJIEKYJISIPHO-IMHAMUYECKOTO MOJEJINPOBAHUA, paclapasieieH-
HOTO Ha Tpadmueckmx mporeccopax apxutektypsl CUDA, B coeauHEeHUU C
«HYJEBBIMU» TPAHUYHBIMU  YCJIOBHSIMH, [UII HM3YYEHHS  H30JIMPOBAHHBIX
HaHokpuctauioB (U,Pu)O, u ThO,, uMmeBmmMX CBOOOJHYIO MMOBEPXHOCTh. B
pe3ynbTare:

¢ CyIIIECTBEHHO YBEJIMYEHbl BPEMEHA 3BOJIIOLMH MOJEIBHBIX CHUCTEM, YTO
MO3BOJIJIO PACUIMPUTH TEMIIEpaTypHbIE JMana3oHbl HCCIEIOBAaHUSA, OTCIECIUTH
HOBBIE MEXAaHMU3MbI MacCOINEPEHOCA.

ePaccunranbl ko3pduumentsl audPy3un ypaHa U IUTyTOHUST B 0O0BEME
cmemanabix okcuaoB (U,Pu)O,, mis temnepatypHoro aumama3zona ot 2650 K o
miaienus npu 3100 K.

ePaccunuranbl koxpduumeHTsl AUPEGY3UHM KATUOHOB TOpUS B 00BEME
kpuctaia ThO,, ams TemneparypHoro auamnazoHa ot 3100 K 1o mmaBnenus mpu
3600 K. HuxHsst rpaHuiia TeMIIepaTypHOTO JWana3oHa BIEPBbIE HAXOAWJIACh 3a
npeiesiaMyd CyIIEPUOHHOTO COCTOSIHHUSL.

e[lonyyeH u onrcaH HOBBIM MeXaHU3M TU(DPy3un TOPUS, 3aKIIFOUABIIANICS B
CJIOKHOM KOJIJIEKTUBHOM JBUYKEHHWU KATHOHOB HABCTpPEUy BAaKaHCHHM, B KOTOPOM
3a/IeUCTBOBaHBl WX BPEMEHHBIC CMEIICHUS B OMIDKallliie K BaKaHCUU

MCXKOO0Y3CJIbHBIC ITO3UITUN.
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ePaccuntanbl K03pdunreHTsl T Py3un KUcaopoaa B TMIOCTEXUOMETPUYEC-
koM auokcuae ypana UO, mpu 0.0015 <x <0.275. PaccMoTpeHa temmepaTypa
650 °C, ucnosib3yemast pH AJEKTPOXMMUYECKOM BOCCTAHOBIICHUH ypaHa. BriepBbie
UCCJIEIOBAHA YYBCTBUTEJIBHOCTh TaKOTO pacyeTa K BbIOOPY TMOTEHIIMAJIOB
B3aUMOJECHUCTBUA.

elIpensokeHbl HOBbIE MOTEHIMAIBI B3aUMOJCHCTBUSI, MO3BOJIMBIINE MOJIE-
JUPOBATh MOBEACHUE PAJMOTEHHBIX T'elusl, KPUIITOHA U KCEHOHA B KpHUCTaJjax
(U,Pu)O; npu BBICOKHMX SHEPTUAX YaCTHIL B YCIOBHIX B3aUMOJICHCTBUS OaIMCTH -
YECKUX KaCKaJIOB CTOJIKHOBEHHUH C ra30BBIMHU My3bIpbKaMu, Mpu dHEprusx a0 100
K3B.

o[Ipu mocTpoeHUN MOTEHIIUATIOB T'EJIMSI U KPUIITOHA, YUYTEHBI CYIIECTBYIOIIHNE
AKCIIEPUMEHTAJIbHBIE U Pacu€THBhIC AaHHBIE O 0oJiee CHIIBHOM, YE€M IMOjaraiv B
MPEAbIAYIUX padoTax, CBSI3bIBAHUU ATUX Ta30B B IMOKCHJIE YpaHa U CTPYKTYPHBIX
aHajorax.

eC UCHOJIb30BAHUEM HOBBIX MOTEHIMAIOB, PaCCUYUTaHbl KO3(PPUUIUEHTHI
MexaoysenbHor  nuddy3un remuss u  kpuntoHa B UO,. IlokazaHo, uyTO
MIPOMEKYTOUHBIMHU TTO3HUIMSIMU aTOMOB KpHUIITOHA MPU TU(PY3MOHHBIX MPBDKKAX
ObLTM aHWOHHBIC BAaKAaHCHUHW, B OTIWYHE OT NPSAMON MEXI0y3eiabHON muddy3uu
TeIusl.

e PaccunTaHbl OPOTOBBIE IHEPTUU CMENICHUS KCEHOHA U Kuciopoaa B PUOs.

elIpoBeicHO MOJIEKYJAPHO-TUHAMUYECKOE MOJCIUPOBAaHUE BO3JCHUCTBUS
OQUTUCTUYECKUX KaCKaJ0B CTOJIKHOBEHHM, BBI3BIBAEMBIX O-PAcHafoM IUIyTOHUS,
Ha KCEHOHOBBIE, TEIIMEBbIC U CMEIIAHHBbIE KCEHOH-TEIMEBbIe My3bIpbku B PUO..
CMmeniaHHbIe KCEHOH-TEUEBbBIE MMy3bIPHKU UCCIIEIOBAHbI BIIEPBbIE.

e BriepBble NpOBEACHO MOJAEIUPOBAHUE B3AMMOICHCTBUS MIPUIIOBEPXHOCTHBIX
OQITUCTUYECKUX KaCKaJOB C TOBEPXHOCTHIO HaHOKpUCTALIOB PUO,, mmeBmmx

PaBHOBECHYIO OKTadApUUYecKyto Gopmy.
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Teoperuyeckasi u NPaKTHYECKAsA 3HAYNMOCTb PadoThI

ePaccunurannbie 3HaueHust koddduimenToB auddy3un ypaHa, MiIyTOHUS U
TOpUSI MOTYT OBITh UCIIOJIB30BAHBI JJII ONMUCAHUS SBJIICHUN MEepeHoca B OKCUIHOM
SJIEPHOM TOIUIMBE TIPU BHICOKUX TEMIIEpaTypax, B CYIEPMOHHOM COCTOSIHHUH.

ePaccunurannbie k03QduneHTsl TudPy3un Kuciopoa B rTUnOCTEXUOMETPH -
yeckoM UQO,.x MpUMEHUMBI JUIsl COBEPILIEHCTBOBAHUS METOAMK SJIEKTPOXHUMHU-
YECKOT0 BOCCTAHOBJICHHS ypaHa U3 00Jy4€HHOIO SJIEPHOTO TOILIUBA.

e[IpeyioxkeHHbIE TOTEHIMAIBI B3aUMOJCHCTBUSL PAJUOTEHHBIX Ta30B B
kpuctamwiax  (U,Pu,Th)O, mnpumenumsl s JadbHEHIIEr0 MOJCIHPOBAHUS
NepeHoca 1 NMepepacTBOPEHUs ITUX Fa30B B OKCHIHOM SIJIEPHOM TOTUIHBE.

e3HayeHUs1 KOAPPUIIMEHTOB AU GY3UU Telrd U KPUIITOHA, HOBBIE JIAHHBIE O
pa3pymIeHnH KCCHOHOBBIX, TEIMEBBIX M CMEIIAHHBIX MTy3bIPHKOB OITUCTUYECKUMHI
KacKaJaMu CTOJIKHOBEHUW MOTYT ObITh HCHOJB30BAaHbI JJISi OMWCAHUS SIBJICHUA,
CBSI3aHHBIX C HAKOTUICHHEM U TIEPEHOCOM PaIUOTESHHBIX Ta30B B OKCUIHOM TOILJIUBE.

e[loyueHHbIC JaHHBIC O B3aUMOACHCTBUN 0aUTMCTUYECKUX KACKaI0B CTOJIK-
HOBEHUH C MOBEPXHOCTHhIO HAHOKpUCTAILIOB PUO, MOTYT OBITH HCTIOJIB30BAHBI TIPU
MOCTPOCHUU MOJIEICH PEKPUCTAIUIM3AIMN W TIpeoO0pa3oBaHUs TPAHUIl 3epHA B
SJIEPHOM TOIUIMBE TI0]T BO3/IEHCTBHEM HEUTPOHHOTO OOITydCHUSI.

MeTtomoJ10rus U METOABI UCCJIETOBAHUS

HccnenoBanre  MPOBEACHO  METOJOM  KJIACCHYECKOTO  MOJICKYJISIPHO-
JTUHAMUYECKOTO MOJICTUPOBAHUS C YCKOPEHMEM BBIYHUCICHUN Ha TpaduyecKux
nporeccopax apxutektypsl CUDA. Hcmonb30BaHO OpUTHHAIBHOE MPOTPAMMHOE
oOecrieueHue.

ITos10:keHUs1, BBIHOCMMbIE HA 3AIIUTY

o Koadpounuentsl auddy3un ypaHa MW IUIyTOHHA B OOBEME CMEIIaHHBIX
okcumoB (U,Pu)O, mpu temneparypax oT 2650 K mo 3100 K u BakaHCHOHHOM
MEXaHu3Me IlepeMelleHuss HuMeloT 3Hauenus ot 2:107? go 3-10° cm?/c.
BakaHCHOHHBIT MEXAHU3M pEAIU3YETCS] IBMKEHUEM KAaTHUOHHOM BAKAHCUU C
MOBEPXHOCTH uepe3 00bEM. Koaddurmentsr nuddy3uu Topus B 00bEMe KprcTaia

ThO; mpu temneparypax ot 3100 K mo 3600 K u BakaHCHOHHOM MEXaHHU3ME
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auddys3un umeror 3Hauenus ot 2-1072 no 4-107° cm?/c. Tlpu 3TOM, KaTHOHEI
HAaBCTpEYY BaKaHCUU TMEPEMEIIAIOTCS KOJUIEKTUBHO: CMEUIEHHWE OJIHOTO U3
KaTHOHOB B MEXIOY3€JIbHYIO TO3HUIMIO PSJIOM C BaKaHCHUEH NPHUBOJUT K
1 Py3MOHHBIM MTPBIKKAM COCETHUX KATUOHOB.

e B pabore mpemiokeHbl HOBbIE TMOTEHLHUAIBl B3aUMOICHCTBHS TElHs H
KpunToHa ¢ okpyxeHuem B kpuctaiax UO; u PUO,. YuTeHbl SKcriepuMEeHTaIbHBIC
U pacueTHblE JlaHHBIE O CHJIBHOM CBSI3bIBAHUU TE€JHSI C MHOT03apsIHBIMU
KaTHOHAMHU U KPUIITOHA C KUCIOPOAOM. 3HAUeHUS KOAh(DUIIMEHTA MEKI0Y3eIbHON
nudy3un renus, pacCuuTaHHbBIE C MCITOJIb30BAHNUEM MPEANI0KEHHBIX TOTEHIINATIOB,
npu Temmeparypax ot 1600 K mo 3025 K maxoxsarcs B auanasone ot 1.3-107 no
4-107* cm?/c, ¢ HeprusMu akTuBanuu oT 2.2 10 2.7 3B. Mexnoysensnas 1udpysus
KpPHUIITOHA C TPEIJI0KEHHBIMU MOTEHIIMAJIAMU XapaKTepU30BaAIaCh YHEPIUEH aKTH-
Baluu, paBHoH 4.8 3B. luddy3roHHbBIE NPBIKKKA MPOUCXOIWINA YEPE3 aHUOHHYIO
BaKaHCHUIO 32 BpeMs MopsIKa 2 Tic.

eBo3nelicTBue OaIMCTUYECKUX KAacKaJOB CTOJIKHOBEHHH Ha KCEHOHOBBIE,
reJIMEBbIE U CMEUIAHHBIE KCEHOH-TEIMEBbIE IY3bIPbKH IPUBOIWIO K OTPBIBY
OTJENBHBIX aTOMOB, TMOJYYaBIIMX CYIIECTBEHHYIO YacTh SHEPTUU TEPBUYHOM
yacTulpl. B oTiinuue ot kceHoHa, renuit qudyHaupoBal U3 my3blpbka B 001aCTh,
pa3ynopsI0YEHHYI0 OATMCTUYECKUM KaCKaJIOM.

o [IpUnoBepXHOCTHBIE OATIMCTUYECKUE KAaCKajbl BbI3bIBAIM PACIbUICHUE
BEIIECTBA C TOBEPXHOCTH HaHOKpUCTAITOB PUO,. OT MOBEPXHOCTH OTPHIBAJIMCH KaK
OJIMHOYHBIE MOJIEKYJIbI, TaK U KjacTepsl. [Ipu sHepruu nepBUYHOrO sApa OTAauu,
paBHOM 87.7 k3B, MakcuManbHBIN pazMep kiactepa coctaBui 949 yactuil. KapTunel
pa3pylieHusi MOBEpXHOCTEH, 00pa3oBaHHBIX TuiockocTsmu Tuma (100) u (111),
OKa3aauch CXOXHUMH. [Ipu 3TOM, MonydyeHHbIE JaHHBIE YKa3bIBAIOT Ha OOJBIIYIO
ycToMunBOCTb oBepxHocTel (111) k Bo3aeiicTBHIO 0aUTMCTUUECKUX KAaCKaI0B.

CreneHb 10CTOBEPHOCTH

JI0CTOBEpHOCTH MOTYYEHHBIX PE3yJbTaTOB 00ECIIEUMBAETCS UCTIOIb30BAHUEM
IMIUPUIECKUX MTOTCHIIUATIOB B3aMMOICHCTBHS, KOTOPhIE BOCIIPOU3BOIST ITUPOKUH

CIICKTp CBOMCTB PCaIbHBIX KPHUCTAJLJIOB, (1)I/I3I/I‘—IHI>IM IHOBCACHHUECM MOACIIBHBIX
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CUCTEM; KOJIMYECTBEHHBIM COBIIAJICHUEM PACUETOB C OKCIEPUMEHTAIbLHBIMU
JaHHBIMU TaM, TJIe IPSIMOE CpaBHEHHUE OBLIO BO3MOXKHBIM; COBINAJCHUEM PACUECTOB
HACTOSIIIEH padOThI U IPYTUX aBTOPOB.

Anpo0auus pe3yaibTaroB

Martepuanbl  aucceprauud  ObUIM  NPEACTaBICHbl HAa  CIEAYIOIIMX
KOH(epeHIUIX U ceMUuHapax.

1. MexnyHapo/Has Hay4yHO-TEXHMYECKash KOH(EpEeHIUs CTYACHTOB U
MOJIOZIBIX YueHBIX «Monozaexb. Hayka. Texnonorum»y (MHTK-2017), 18-20 anpens
2017 r., r. HoBocubupck, Poccus.

2. IV MexnynaponHas MoJIoekKHasi HayudHas KoHpepeHius «Dusmka.
Texuonoruu. Munosarum.» (O®TU-2017), 15-19 mas 2017 r., r. ExaTepunOypr,
Poccus.

3. VI MexnynapomHas MoOJIOACKHAs HaydHas KoHpepeHus «Dusmka.
Texuonoruu. Munosarum.» (O®TU-2019), 20-24 mas 2019 r., r. ExatepunOypr,
Poccus.

4. 20th International Conference on Radiation Effects in Insulators (REI-20),
19-23 asrycra 2019 r., Hyp-Cynran, KazaxcraHn.

5. VII MexnynapoaHass moJioiekHas HaydHas koHbepeHims «Dusmka.
Texuonoruu. Munosaruu.» (O®TU-2020), 18-22 mas 2020 r., r. ExaTepunOypr,
Poccus.

6. XVIII Poccuiickas kondepennus «Puzndeckass XUMHUS U DJIEKTPOXUMHUS
pacIuIaBJICHHBIX ¥ TBEP/IBIX dJEKTPOIUTOBY, (C MEXTYHAPOIHBIM ydacTHeMm), 21-25
centsaops 2020 r., r. Hanpuuk, Kabapauno-bankanckas pecmyOiauka.

7. VIII MexnyHnapognas MmoJiofexkHas HaydHas KoH(epeHuus «Dusuka.
Texuonoruu. MuanoBaruny (OTU-2021), 17-21 mas 2021 r., r. ExarepunOypr,
Poccus.

IMyoaukamuu. [lo marepuanam guccepranuu omyogukoBaHo 11 meyaTHBIX
pabot, B Tom uucie 10 crareii B m3nanusx, uaaekcupyembix B Web of Science u

Scopus.

CTpykrypa auccepranumn
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Jluccepranmonnast paboTa COCTOUT U3 BBEACHUS, 5-TH TJIaB M 3aKiI04eHus. B
MEPBOM TJaBe PACCMOTPEHBI OOIIME TPHHIUIBI MOJCKYJSIPHO-TUHAMUYECKOTO
MOJICTTUPOBAHUS HAHOKPHCTAJIOB OKCHJIHOTO TOIUIMBA, PEATM30BAHHOTO B HACTOS-
e paboTe, a Takke MapHbIC TOTCHIIMAIBI B3aUMOACHCTBUS, MPEII0KEHHBIC IS
Mo iepoBanusi. Bo BTopoii ritaBe paccmorpena nuddy3us coOCTBEHHBIX HOHOB B
kpuctaiax (U,Pu)O, u ThO,. Tperbs riaBa nocesieHa qudGy3ud paarnoreHHbIX
ra3oB, — I'eJIsd U KPUNTOHA, — B KPUCTAJUIE JTUOKCHIA ypaHa. B 4eTBepToii riiaBe
oOCy>KIaeTcsi B3aMMOJCHCTBHE OAJITUCTUYECKUX KACKaJOB CTOJIKHOBEHHH C
KCEHOHOBBIMH, TE€JIMEBBIMUA U CMEIIAHHBIMU Ty3bIpbkaMu B PUO,. B msToit rmaBe
PacCMOTPEHO pacIbUICHHE BEIIECTBA C MOBEPXHOCTU HaHOKpHcTauioB PUO; mox

BO3I[CIZCTBPI€M KaCKaaoB CTOJIKHOBCHHH.

PaboTa BeinmosHeHa Ha Kadeape TexHudeckoil ¢puzuku YpdPY umeHu nepBoro
[Ipesunenta Poccun b.H. Enbiuna.

ABTOp paJ BO3MOXKHOCTH OOJAaroapuTh CBOETO HAYYHOTO PYKOBOJIUTEIS
npod. A . Kynpsxkkuna, a Takxke JoleHTa Kadeapbl TEXHUYECKOM (PU3UKHU
K. A. HekpacoBa 3a momoIIls Ipu BHITIOJIHEHUH HAcTOsMIEH paboThl. bonbioe 3Ha-
YeHUE I aBTOpa HMMEJIO COTPYAHUYECTBO C KOJUIEraMd II0 HAy4yHOM TIpymIe

M. A. Kosanenko, C. C. ITunxemnaypu.
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1. MOJIEKVJIIAPHO-AMUHAMHNYECKASA MOAEJIb

BbBICOKOOHEPI'ETHYECKUX MPOLIECCOB B KPUCTAJIJIAX
(U,PU,TH)O:

PaccmoTpena mocTaHOBKa 3ajauM  KIACCHYECKOTO MOJEKYISIPHO-
JTUHAMUYCCKOTO MOJCIMPOBAHUS  SBJICHUH Pa3yHopsJIOYCHHS U
nepeHoca B KpucTauiax okcujaHoro simepHoro tormmBa UQO,, PuOa,,
ThO; npu BBICOKHMX SHEPTUAX YACTHII, XapaKTEPHBIX I OAJTHCTH-
YECKHUX KacCKaJI0OB CTOJKHOBEHHUH. [IpeioKeHbl MOTEHITHAIBI B3aUMO-
JEUCTBUSA, TPUMEHUMBIC TSI TAKOTO MOJEIHMpOBaHMSA. B "acTHOCTH,
PacCMOTPEHO B3aMIMOJICHCTBHE aToMa TelWs C MOHAMH KHCJIOpOJa,
ypaHa ¥ IUIyTOHMS B JUAMa30HE OT YHEPTHH TEIJIOBOT'O JIBHMKCHHS 10

COTEH KAB.

1.1. YPABHEHMUS JBUKEHUS YACTHIL

1.1.1. UuTerpupoBanne ypaBHeHH i IBHKEHUS

Meton MonekynsipHodt auHamuku (MJl) peanusyeT MoJeaupoBaHUE
MHOI'OYAaCTUYHBIX CUCTEM IOCPEICTBOM HMHTETPUPOBAHMS YPABHEHUHN IBUKCHUS
OTJIEJIbHBIX ATOMOB. ATOMBI ONMCBIBAIOTCS KAK MaTepUaIbHbIE TOUKH, 00JIaJat0IIH1e
MAacCOW, HAaXOIAIMEecs B IIOJIE€ CUJ B3aUMOJECHCTBUS APYr € APYroM, a IIpu
HEOOXOJMMOCTH — TaKKe M BO BHEUIHMX CHJIOBBIX MOJsAX. B Hacrosimen pabote
MeronqoM MJI umccnenoBaHbl KpPUCTAIUIBI, PACCMOTPEHHBIE KaK COBOKYIHOCTH
KJIACCUYECKUX YACTULL.

JIBMKEHUE KIACCMYECKUX YAaCTUI[ OMMCHIBAIM CUCTEMOM OOBIKHOBEHHBIX
muddepeHnnanbHbIX ypaBHeHUM nuHamukyd Herlorona. Ecnu pacuetHas siueiika

comeput N aroMoB, TO €€ COCTOSHHE IOJHOCThIO Xxapakrepusyercs 6:-N

mepeMeHHbIMI: KoopamHaThl X; (1) samaror mosummn, a o) (t)=X|(t) — ckopoctu

yactun. Mupexcel | w | npunuMmaror 3madenus 1=1,2,3; j=1,2,..,N. B
OpUOIMKEHUM TAPHBIX OTEHIMAIOB B3aMMOIEWCTBHS, CHCTEMA ypaBHEHUM

JABMKCHUS UMCCT BU



=Y (1.1)
o =m i (1),
Ta¢ M — Macca 4aCTUlbl,
| U, (-0
FJI (t):_ Z J (‘ J / ‘) _ (12)

1
k k] OXj
KOMIIOHEHTBI CHIIBL, U j, (r) — IIOTEHIIMAJ B3AaUMOIEHCTBUS YaCTHII j U k, 3aBUCSIIUI

OT PacCTOSHHUS » MEXIy UX mHeHTpamu. CymMMHpoOBaHHE B MOCieqHeil (opmyse
pacnpocTpaHseTcs Ha BCE aTOMbl PACYETHOM STUEHUKH, a TAK)KE TPAaHUYHOM 00JIaCTH.

JUtst monmy4eHus: KOHKPETHBIX YACTHBIX PEIICHUH MPUMEHSETCS YUCIEHHOE
UHTEIPUPOBAaHUE KOHEYHO-PA3HOCTHBIX YPAaBHEHHMHM JIBHJKEHHsS BCEX YacCTHUIl
MOJIEIBHOM CHCTEMbI 10 BpeMeHU. B HacTosmieil paboTe HWHTErpupoBaHUE

IPOBOAMIIA METOJIOM «¢ TepemmaruBanuem» (leap frog):

X (t+At) =X (t)+V, (t+%J-At,

\7{t+%j:\7(t—%j+mm.

' m

(1.3)

3nech i - HOMep 4acTulibl, At - Iar UHTErpupPOBaHUS 110 BPEMEHH, { - BPEMSI OT

Hayajla WHTErpUpOBaHUs, X (t), v, (t), |E,(t) - BEKTOpBI KOOPAMHAT M CKOPOCTH
YaCTUIbI, & TAKKE PE3YJABTUPYIOIICH CUIIbI, ACHCTBYIONIEH HA YACTHUILY I CO CTOPOHBI
BCEX OCTAJIbHBIX YACTUIl MOJICIIEHON CUCTEMBI; 7 - MacCa YaCTHUIIbI.

1.1.2. lar uHTEerpUpPOBaAHUS

OmHuM W3 YCIOBHM  KOPPEKTHOCTH  MOJEKYISPHO-IUHAMHYECKOTO
MOJICTTUPOBAHMSI SBJISICTCS MPABMIIBHOCTH BEIOOPA I1ara HHTerpupoBanus At. Beioop
3HAYEHUH II1ara WHTETPUPOBAHUS OMPEACISIIOTCS OOBEKTOM MOICIUPOBAHUSA U
XapakTepoM Mojeupyemoro rnpoiecca. C oHOM CTOPOHBI, OH TOJKEH ObITh MaJIbIM
HACTOJILKO, YTOOBI OOECIEYUTh 3aJaHHYI0 TOYHOCTh NPUONIIKEHUS PpEIICHUS
CUCTEMBI B KOHEUHBIX PA3HOCTIX K PEHICHUI0 CHUCTeMbl TudQepeHInanIbHbIX

ypaBHeHuil. Kak mpaBuiio, mar BBIOMPAIOT HAMHOTO MEHBIIMM HEKOTOPOTO
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XapaKTEpHOTO s cucTeMbl BpeMeHu. C Apyroil CTOpoHsI, ecnu mar At oueHs mail,
TO UCCIIEJOBaHUE TPeOyeMbIX MHTEPBAJIOB MOJIEIBHOIO BPEMEHU MOXKET MOTPeOo-
BaTh CIWIIKOM JUINTEJIbHBIX BEIYUCIICHUN.

B mpocreiimem npubnuxenun, A BeiOopa mara At mpu MoaeIHMpOBaHUU
KacKa/la CTOJKHOBEHUH MOXHO MOTpeOOBaTh, YTOOBI PACCTOSHHUE, KOTOPOE camas
ObICTpass dacTUIla MPOXOAUT 3a Bpems At, ObUI0 MHOTO MEHBIIUM, YeM

MHUHUMAJIBHOC XaPAKTCPHOC PACCTOAHUC MCIKAY YaCTUIAMMU:

At <<@. (1.4)

|\7i|max

B psage mpeapinymux pabot, s pacdyeTa TEIIO(QU3NYECKUX CBOWUCTB U
MonenupoBanusi mpoiuecca camoauddysun B kpuctamiax UO, u  PuO,
ucnons3oBanu mar At =5-10"° ¢, pasmbiii npumepno 0.01 mepuona TEILIOBBIX
koniebanuit nonoB [11, 44-45]. Hame mojenupoBaHue moka3ajio, 4TO MPU TaKOM
mare HaHoKpuctaibl UQO, MOryT, mpW BBICOKUX TeMIeparypax B 00JacTu
CYIIEpUOHHOTO Tepexojia, TEPSITh YCTOMUYMBOCTh. YKa3aHHas MpobiemMa ucuesasa
npu At = 3-10'° ¢. VIMeHHO Takoli IIar WCIONb30BadM B HACTOAIIEH paboTe JUIs
M3YYEHHUs TPOLECCOB, B KOTOPBIX HHEPIHsl YACTHIL[ OMNPEIEAIach TEILIOBBIM
JIBH>KCHHUEM.

C npyroil CTOpOHBI, B BBICOKOPHEPIETHUECKUX TMPOIIECCax, — TaKUX, Kak
OaJNIMCTUYECKHE KaCKa bl CTOJIKHOBEHUH, — MPOIIECC B3aUMOICHCTBUS JIep OTAauu
C KPUCTALIMYECKOW PEHIETKON MpoTeKaeT ¢ OOJbIed CKOPOCThIO, MOATOMY Iar
WHTETPUPOBAHUS JIOJDKEH OBITh MEHBIIMM, Y€M IPH pacdeTax Teruio(Qu3ndecKux
XapaKTEPUCTUK U SIBJICHUM MEPEHOCa B YCIOBUSAX TEIJIOBOTO ABUKEHUS YACTHUII.

B Hactosiel pabote mpoBeeHO MOICIMPOBAHKE OAJIITUCTUYECKUX KaCKal0B
CTOJIKHOBEHHUH, co3MaBaeMbIX sapom otnaun U-235 npu anbda-pacmnagax Pu-239 B
kpuctaie PuO,. Beictpsiii atom U-235 cpasy nocie o0pa3oBaHUsS UMEET SHEPTHIO

87.7 x3B, uT0 Ma€T CKOPOCTH
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2:8770098 135000 w1 e. (1.5)

max ~
M5

C y4€TOM «OTTAJKHUBAIOIIETO» B3aUMOJCHUCTBUSI, MUHUMAIbHOE PACCTOSTHUE
conmmxenus: ObicTporo karuoHa U-235 ¢ aHMOHOM KHUCJIOpoJa U3 Onmkaniei
KOOP/IMHAIIMOHHOM cepsl IPU CTOIKHOBEHHH cocTaBuT ~ 0,125 A (0.0125 HM), Tak
yto ¢opmynsl (1.4) u (1.5) nmaror ycmoBue At<1-10'°c. Ha ocHoBanum
MPOBEACHHOTO YHUCJICHHOTO HCCIEAOBaHUS, BPEMEHHOW IIar Jyisi peHieHus
NOJOOHBIX 3a7ad B HacTosmed pabore Obl1 BhIOpaH paBHeM 7.8:1071 ¢. Ha
Pucynke 1.1 nmoka3zana 3aBUCHMOCTB OT BPEMEHH ITOJIHOW SHEPTHU CUCTEMBI U3 IBYX
A/lep TUIYTOHUSI C KYJOHOBCKHM OTTaJKHUBAaHUEM, COOTBETCTBYIOLIUM HX 3apsaaM
Z =94e. Snpa uUCHBITBIBAIU <«JI000BOE» CTOJKHOBEHUE C HMCXOAHOW SHEprueu
Eo = 87.7 xaB. CToJIKHOBEHHUE MOJCTUPOBAIIN C IIarom At = 7.8-107Y ¢. Buano, 4to
MIOTPEIIHOCTh COXPAHEHUS DHEPTUMU B XOJ€ CTOJIKHOBEHUS He mpesbimana 0.2 %,
NpuYEéM mocie pasziéra saep NepBOHAYaIbHOE 3HAYEHHUE SHEPrUU BOCCTAHABIMBA-
JIOCh HAMHOTO TouHee. B nanpeiimenm, mar At = 7.8-:107Y ¢ obecneunn gpusuunoe

MMOBCACHNUC MOACIIBHBIX BHICOKOOHCPICTHYCCKUX CUCTCM.

1.0020
1.0015
1.0010 °

1.0005 ®

E/E,

o
1.0000 ® o o o°*
0.9995 e N 2

0.9990
0.00 0.50 1.00 1.50 2.00 2.50

BpemsI, pc

Pucynok 1.1. OTHOCHTENBHAS DHEPTUSI CUCTEMBI U3 JIBYX SIAEP ILUTYyTOHUS B

IIPOIIECCE MOACIBLHOTO «JIOO0BOT0» CTOIKHOBEHUS. 31ech Ey = 87.7 k3B.
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1.1.3. 'paHu4HbIE YCJI0BHUSA

B MonekynspHOM MeTo/ieé MOYKHO BBLACIUTH CJIEAYIOLINE OCHOBHBIE THUIIBI
IPaHUYHBIX YCIOBUMU:

1) «XKecTkuey» rpaHUuYHbIE YCIOBHS, IPU KOTOPHIX KOOPAMHATHI TPaHUYHBIX
aTOMOB 3a()MKCUPOBaHBbI;

2) «I'ubxue» miv NOJBUKHBIE TPAHUYHBIE YCIOBHS, IPH KOTOPBIX TPAHUYHBIM
aTOMaM B HEKOTOpbIE MEPHUOAbl PA3pEIIacTCsl IMEepeMEIIaTbCs BO  BpeMs
(GYHKIIMOHUPOBAHUS MOJETU B COOTBETCTBHM C TMEpepaclpeieieHneM aTOMOB
pPacUETHOM STYCHKHU;

3) [lepuonuueckue rpannunbie ycnous (I1IY);

4) «Hynessie» rpannunsie yenosus (HI'Y), mpu KOTOpEIX MOjebHAs CUCTEMA
W30JIMPOBAHA B BaKyyMe.

Ecnu B HEKOTOPOM M3 HaIIPaBIEHUM IO XapaKTEPy 3aJadyd UMEETCS NEPHOL
MOJIHOM MAEHTUYHOCTH, TO LEIECO00pa3HO BhIOpATh pa3Mep pacueTHOU SYEUKHU B
TOM HaIpaBJICHUHM, PAaBHBIM II€pUONYy HIAeHTUYHOCTH. llocnemHee mo3Bosser
UMUTHUPOBATh OECKOHEYHO TMPOTSHKEHHBIM KPUCTAI B pacCMaTpuBaeMoOM
HalpaBJieHuH. Takne NepuoanYecKUe SBISIIOTCS B U3BECTHOM CMBICJIE TOUYHBIMH, a
HE NMPUOJMKEHHBIMU, B TON CTENEHH, B KAKOW COOJII01aeTCsl MOTHASI UACHTUYHOCTb.
Pa3mepsl mepuosia B BHIOpAaHHOM HANpaBJIEHWHW B 3TOM Ciy4yae AOJKHBI OBITh
JIOCTaTOYHO OOJBIIMMH, YTOOBI OO0ECHEYUTh CTATHYHOCTH U TpeHedpeyb
B3aMMOJIEUCTBUEM 1€(PEKTOB B COCEAHUX MEPUOIUYECKUX 00JIACTAX.

[lepuonnueckne rpaHUYHbBIE YCIOBHUSI MO3BOJSIOT MOAEIUPOBATH OECKOHEU-
HbI€ KpUCTaJUIbl, W30aBIATHCA OT BIMAHUA MOBepXHOCTH. C ApPYyroil CTOPOHBI,
YUCJIOBasi KOHUEHTpalus Ae(EeKTOB, CO3/IaHHbIX BHYTPU MEPUOJANYECKON sUEHKH,
Oyzner paBHa €€ oOpaTHOMY 00BEMY. DTO MOXKET CHIIBHO 3aBBICUTh MOJEIBHYIO
KOHIICHTPAIMIO J1e(EeKTOB IO CPAaBHEHUIO C peaabHOCTHIO. [loBepxHOCTHE B M/I-
MOJICJIMPOBAHUU TOXE OBIBAET HEOOXOAMMA, B YACTHOCTU — KaK €CTECTBEHHBIN

HCTOYHHK BaKaHCHﬁ, YYAaCTBYIOIIMX B IIPOHECCCax IMCPCHOCA.
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HynebiMu rpannyabiMu yeroBusimu (HI'Y; kpucramn, W301MpOBaHHBIA B
BaKyyM€) MOJEIHUPYETCS HAHOKPUCTAUI KOHEYHBIX pa3MepOB, KOTOPBIU
«IIOABELIEH» B IIycTOTE. Peanu3anus Takoro MoAEIMPOBaHNs Ha BBIYUCIUTEIBHOM
YCTPONCTBE 3aK/IIOYaeTcs B TOM, YTO 3TOT KPUCTAJUI U €CTb BCSA 00JIACTh
MozenupoBanus. HyneBble rpaHuuHble YCIOBHUA MOTYT oOecneuuBaTh Hanboiiee
CTPOro€ MOJAEIIMPOBAHUE HE TOJIBKO HAHOKPUCTAJIOB, HO TAK)KE€ M HAHOPA3MEPHBIX
3€pEH B MOJUKPUCTANIMYECKUX cpeaax. [IpucyrcTBre NoBepXHOCTH 00ECIIeYnBaET
TEpMHUUECKYI0 reHepauuio aedekrtoB ILIoTTku ¢ 4yacTOTOH, YIOBIIETBOPSIOIIEH

napameTpaM MOJICIH.

1.2. METOJUKA MOJEJIUPOBAHUS

1.2.1. MopejibHble HAHOKPHUCTAJLJIbI

[Ipu pacuére xodddummentoB quddysun B nuokcunax UO,, PUO, u ThO;,
MOJIEJIbHBIMU CUCTEMAaMM B HACTOSIIEH paboTe ObUIM M30JIMPOBAaHHBIE B BAKyyMe
Kpuctamutel U3 5460, 11628 u 15960 uactuin, umeBiue (GpopMmy OKTadApOB,
OJIM3KYI0 K paBHOBECHOW (opMe HAHOKPUCTAJUIOB ATUX OKcHAOB. Hamuuue
CcBOOO/IHOI TMOBEPXHOCTH OOECHEUMBAjIO €CTECTBEHHBI MPUTOK KaTHOHHBIX
BakaHCU B O0O0OBEM KpucTaia 3a cye€T oOpaszoBanus pAedekToB IoTTKH.
MopnenbHblE JIATEIBHOCTH OTCIEKUBAaHUS 3BOJIOLMM CUCTEMBI JOCTHUTamu 3.5
MUKPOCEKYH/IBI.

B Hauane BBIYMCIMTENLHOIO S3KCIIEPUMEHTa HMOHBI pachojarajd B y3ax
UJICAUTBHOW PEIIETKH, 337aBajl MAaKCBEJUIOBCKOE PpaclpelieieHue CKopocTei. [l
TIO/IJICPIKaHUsI TIOCTOSTHHOW TEeMITEpaTyphbl UCTIOIB30BaAM TepMocTaT bepenncena [46].

[Ipy MopenupoBaHMM KacKaJOB CTOJKHOBEHUW, MOJEIbHAs CHUCTEMA
MpeACTaBsia cCO00M M30JUPOBAHHBIA B Bakyyme Kpuctamumut PuO; xkyOuueckoi
dopmbl, cocrosimmii w3 393216 uonoB (Pucynok 1.2). JlunelHblii pasmep
KpUCTAJUIUTA cocTaBisia 17.3 uM. [ umuTanuu akra aiabga-pacnaza B CHCTEME
co3/aBaiiu OBbICTPBIM MOH ypaHa-235, 3aMellaBIIMi OJWH M3 HOHOB ILTyTOHUS.
beicTpoMy MOHY IpUCBaWBajiu KHUHETHYECKYIO sHepruto 87.7 kaB. HanpaBnenue

HayaJbHOU CKOpPOCTH 3TOro HMOHa OTHa4H BBI6I/IpaJIOCL OTACIABHO JIsA KaXXA0I'o
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BBIYHUCIIMTCIIBHOTO SKCIICPUMCHTA. ITo MCPC ABUKCHUSA HUOH OTAA4YU BBaHMOﬂeﬁCT-

BOBAJI C OKPYKEHUEM U CO3/1aBajl OaJUIMCTUYECKHUM KAaCcKaJl CTOJIKHOBEHUH.

Pucynok 1.2. MonenbHbiit kKyOnyeckuii kpuctammut PUO, n3 393216 yacTui ¢
mHOM pebpa 17.3 M. [lokazaHbl TpaeKTOPUH OBICTPBIX YaCTHUI] B HaUaje

06pa3OBaHI/I$I CTOJIKHOBHTCJIIBHOI'O KaCKaza.

1.2.2. IIpon3BOANTETbHOCTH MOAETUPOBAHMS

MonenupoBaHue B HacTosIIeH paboTe TpeOOBaIO BHICOKOW MPOU3BOAUTEIb-
HOCTH BBIUYMCIIEHUH, TIOCKOJbKY MpHU pacuére KodpdUuueHToB auddy3uun
JUIMTEJIBHOCTH BBIYMCIUTENBHBIX 3KCHEPUMEHTOB Jocturanu 700 MuH. miaros
MOJIEKYJIIPHON JTMHAMHUKH, a NP MOJEIMPOBAHMM KACKAJOB CTOJIKHOBEHHH Ha
KaxkaoM mare TpeboBancs pacuér 1.5-10" mapmeix cun.  Ucnomssoanu
OpPUTHHAJILHOE MPOrpaMMHOE oOecrieueHne, CO3JaHHOE BHYTPU HAYYHOW TPYTIbI.
HeoOxoanmyio  MpOU3BOAUTEIBHOCTh  OOECHEUMBAIM  pacnapalieIMBaHuEM
BhIUUCIICHUI Ha Trpaduueckux mporeccopax (GPU) apxurekryper CUDA, Takux
kak NVIDIA GeForce GTX 1080Ti u RTX 2080Ti. D¢ ¢hexkTuBHOCTS TPUMEHEHHUS
nofaoOHbpix GPU MoJeKyIapHO-IUHAMHYECKOTO MOJICIIMPOBAHUS 00CYK1anach,

Hanpumep, B padoTax [48-50].
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B cnyuae moaenupoBanus cucteM u3 393216 yacTtull, npou3BOAUTEIBLHOCTh
BBIYHCIICHUN TTOJTHOCTBIO OMpPEnessiach rpaduuecKuM IMPOIECCOPOM, MOCKOIBKY
BpeMs pacu€ra Iara MOJICKYJSIPHOM JIWHAMUKH MPAKTUYECKH COBMAAANO C
JUTMTEIIBHOCTRIO TIporieaypbl pacuéra cwi. [Ipu wmcmonp3oBaHmm TpaduuecKoro
nporeccopa RTX 2080Ti (TU 102), ¢ nenrpanbabiM mpoueccopom AMD Ryzen 5
5600X, Bpems pacuéra oaHoro mara s 393216 gactuil, ¢ pac4€ToM BceX MapHBIX
cud, coctaBmio 1.5:107° c.

Mepoii 3ppekTUBHOCTH pacnapayijIeTMBAaHUS BRIYUCICHHA MBI CYUTAEM CBSI3b
MEXIy TPOU3BOAUTEILHOCTRIO M Tipom3BeneHueM konudectBa saep CUDA B
coctaBe GPU (n) Ha ero TakToByto yacToTy (f). B Tabnuie 1.3 nokasaHbl CKOpOCTH
pacuéra HaHOKpucTaymia u3 393216 c wucnonb3zoBaHMEM psna TrpadUyecKux
npoueccopoB apxutektypel CUDA. Bumgno, 4to mnpu mnepexoae K Ooiee
coBpeMeHHbIM GPU, mpon3BOAMTENHHOCTh MOJICTMPOBAHMS BO3pacTayia Jaaxke
HECKOJIBKO ObIcTpee, yeM mpousBeneHue N-f. OTo mokaspiBaeT 3()PEKTUBHOCTH
rpaduuecKkux MpoIeccopoB B KaueCcTBE MHCTpyMeHTa st MJI-mMoenupoBanus.

Tabmuua 1.1
[Tpor3BOAUTENBLHOCTh MOJICIMPOBAHUS cUCTEMBI U3 393216 yacTuil Ha

rpadudeckux nporeccopax apxutektypslt CUDA

GPU HomunanabHas | KosmyectBo | KosinuecTBo | <K0JIMYECTBO
TaKTOBaA sinep CUDA, | MI-1uaroB B maros> /
yacrora f, n CEKYHIY (n+f) -10°

I'T'o

RTX 2080 Ti 1545 4352 648.6 9.6

GTX 1080 Ti 1480 3584 377.4 7.1

GTX 780 Ti 876 2880 160.6 6.4

GTX 770 1046 1536 80.3 5.0

1.2.3. Pacuer ko3ppunmenta nudppy3un
VYpaBHEHHE, OIHUCHIBAIOIIEe aAHU3OTPONHY0 auddysuo B  d-MepHOM

MPOCTPAHCTBE, UMEET BUJ]



d
=> D%, (1.6)

[Cne n(x;, ) — MWIOTHOCTh YWCNA YACTHL, X=X;, Y =X,, Z=X5. Pemenuem 31oro

ypaBHEHWsI, OTBEYAIONINM HadasibHOMY yciaoButo Xi(t) = Xj(0) = 0 xnst Bcex N wacrtur,

B OECKOHEYHOM MPOCTPAHCTBE SBISAETCS HYyHKIUS

n(x,t)=AN exp{—i(dfx—lij_tﬂ, (1.7)

rIe

d
A=T](47Dt) 2. (1.8)
i=1
B momeHT BpeMenu t yactuia 6yZieT HaX0JUThCS B TOUKE X;, €€ CMeIIeHue AX;

OTHOCHUTCJIbHO HAYaJBbHOI'O IIOJIOKCHHA PABHO Xi' TOFI[&, CPpCAHCKBAAPATUIHOC

CMCIICHUC BJIOJIb COOTBGTCTBYIOIHGI‘/’I ,HeKapTOBOfI OCH COCTaBHUT
2 1% 2

Takum obpazom, g ogaomepHoit nuddy3uu kodpdunuent nuddy3uun gaércs

COOTHOIIICHUECM

D=1 "/, (1.10)

Ecmu muddysust nzotporna (D, = D, = Dy = D), To koaddurtnent nuddy3un

MOXHO OHpeI[eJII/ITB n3 KBaI[paTa JJINHBI BeKTOpa CMCIUICHUA
2 J 2
Arf? =3 (a% )2, (1.11)
i—1
CpeI[Hee KOTOpOFO OKa3bIBaAcTCA paBHLIM

<\AF\2>=i<(Axi f)=2d-D-t. (1.12)

i=1

B TpéxMepHOM MPOCTPAHCTBE MOTy4YaeTCs



D:1~M. (1.13)

Jlnst aHcamOmsl 9acTHIl PAaCCUMTHIBAIOT CMEIICHUS KaKIIOM YacTHIBI OT €e

HAYaJIbHOTI'O IIOJIOXKCHU .

A =x" =% (1.14)

ij =N, N

.n -

TIE X;

— i-s1 KOMITOHEHTA KOOPIUHATHI -1 YACTHUIIBI B MOMEHT BpeMeHHn t =n- At .

CpenHekBaIpaTUYHOE CMEIIEHUE PUHUMAET BU]T

<(Axi)2>:ﬁi<(Axi,j)2>. (1.15)

j=1

1.3. IIOTEHIIAAJIBI B3AUMOJENCTBUSI

1.3.1. BzaumoneiicTBre cOOCTBEHHBIX HOHOB

Haubonpimyto  mpou3BOAUTENbHOCTH  MJI-MopenupoBaHuss ~ OKCHUJIOB
akTHHUI0B (ACO2) 00ecneunBarOT MPHOJIMIKEHUS TOYCYHBIX YACTHMII U TapHBIX
B3aUMOJICHCTBUH, KOTOPbIE JOMYCKalOT 3(PHEKTUBHOE MCIOIB30BaHUE Mapaslieiib-
HBIX BbIUKCIIEHUH. [Ipr 3TOM BCE CTPYKTYpPHBIE U TPAHCIIOPTHBIE CBOMCTBA MOJIEIIN
MOJIHOCTBIO OMPENIEIISIOTCS BRBIOPAHHBIM HA0OPOM MapHBIX TOTCHIIHAJIOB.

Oco06eHHOCTh MOJCIUPOBAHUS OATTUCTUYECKUX KAaCKaJIOB CTOJIKHOBEHUI
COCTOUT B TOM, YTO PACCTOSIHUSI MEXIY SApaMy YacTUL MOTYT CTaHOBHUTHCS
3HAYUTEILHO MEHBIIMMU, YEM JUAMETPhI UX AJIEKTPOHHBIX 000JI0UYEK, a SHEPTUHU
B3aMMOJICHCTBUSL — JIOCTUTaTh JIECATKOB THICAY AJIEKTPOH-BOJIBT. TpaJulIMOHHbIC
smmupudeckue Gpopmbl nmoteHmanos Ui(r) (Hampumep, noTeHmansl bykuHrema,
Jlennapna-JI>)xoHca, «JIB€ SKCIOHEHTHI») HE 00JIaJal0T JOCTATOUYHONW THOKOCTHIO
JUIl  KOPPEKTHOTO OJHOBPEMEHHOTO BOCIPOU3BEAECHUSA pEATbHBIX CHJI Ha
PaCCTOSIHUSX, XapaKTEPHBIX IS KPUCTAIOB, U HAa KOPOTKUX PACCTOSHUSIX B
JMara3oHe HHEPruil OT THICSY DJIEKTPOH-BOJILT M BhIe. [Ipu uccinenoBanuu
BBICOKOPHEPIre€TUYECKUX CTOJIKHOBEHUI aTOMHBIX YaCTHI] LIUPOKO MCHOJB3YIOT
MOTEHIIUAJIBI B (pOpME IKPAHUPOBAHHOTO KYJOHOBCKOTO B3aUMOJEHCTBUS sJIep

Ziegler, Biersack and Littmark (ZBL, [51]).



25

B Hacrosimieit paboTe, B3auMoIeiCTBUE COOCTBEHHBIX MOHOB B KpHCTaJlJIax
UO;, PuO; u (U,Pu)O; Ha paccTosiHHAX, XapaKTEePHBIX I KPHCTALTUYECKOM
peméTKH, OMUCHIBATM MOCPEACTBOM MapHbiX mnoTeHmuanoB MOX-07, Boccra-
HOBJIEHHBIX B pa0oTe [9] u3 3aBucuMocteil noctosiHHOU pemmérku kpuctamioB UO,
u PuO; ot Temnepatypsl. B nanpHelinmem, 3ToT HaOOp MOKa3aJl XOPOILIUE PE3yIib-
TaThl MIPHU pacuy€re TEIIO(PU3NUECKUX U MEXaHUYECKHX CBOMCTB, MOJCIUPOBAHUU
TPaHCIIOPTHBIX SBJICHU, TUIABJICHHS, PACTIPOCTPAHCHUS TpeuIrH [52].

Breibop mnortennmanoB MOX-07 B AaHHOM HCCIEIOBaHUM OOOCHOBaH
pe3ynbTaTaMu He3aBUCHUMOU mpoBepku B padorax [20, 31]. B pabore [31] 6110
nokaszaHo pusngHoe moseaeHne moTeHIMaToB MOX—07 B BBICOKOIHEPTETHYECKHIX
npoueccax. PaccunTtaHHble 3HEpPrUHM COOCTBEHHOTO AHMOHHOTO M KaTHOHHOTO
pa3ymopsA0YeHNs OKa3aliCh OJIM3KUMU K TOJyUYEHHBIM C UCIIOJIb30BaHUEM Ooiee
CIIO’)KHBIX MHOTOYACTHYHBIX MOTeHIIMaIoB Kymepa B padore [53].

[Morenmmansr MOX—07, umerontue Gopmy (1.16), yIUTHIBAIOT KYJIOHOBCKOE
B3auMozeiictBue 3(Q(PEKTUBHBIX  3apsoB  (ij, BAJICHTHOE OTTAJKUBAHHE
3NIEKTPOHHBIX 000J0Yek ¢ mapamerpamu Ajj u Bjj, a Taxke ITUCIEpCHOHHOE NPH-
TsDKEeHUe ¢ KoHcTaHTol Cij, AelicTByOIIee MeX 1y aHHOHAaMU Kuciopoaa. OTMeTuwm,
YTO MpHU BoccTaHoBiIeHnn Habopa MOX-07, nucnepcnoHHOE NMPUTSHKEHUE IPYTHX
nap YacTUL HE YYMTHIBAIM, TIIOCKOJIBKY MOHBI KHCJIOpoJa, 00Jaaaromue
HauOoNbIIEH MOJIAPU3YEMOCTBIO, BHOCAT 3/1€Chb OCHOBHOM BKJIaJ, a pa3JeiuTh

Pa3HBIC BKJIAJbl U3 OKCIICPUMCHTAJIBHBIX JaHHBIX TPYIHO.

qu

U;(R)=K + A€ (1.16)

R6
[Tapametpsr  motenmuamoB  MOX-07 mnpuBenenst B Tabmune 1.2.
D¢ddexTuBHBIC 3apsAabl AHUOHOB (KUCJIOPO/a) M KaTHOHOB (ypaHa, TUTyTOHHS,) B

Habope noreHuaioB MOX-07 pasubl —1.37¢e u +2.74€, COOTBETCTBEHHO.
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Tabmuna 1.2

[TapameTprr moteHmanos B3aumozeiicteus MOX-07 [8-9]

B3aumMoaecTBYIOIIME YACTHIBI
IMapamerp

0 -0* O —-uU** O%—Pu** (U,Pu)*—(U,Pu)*
Ke-qidj,

39.5262 —79.0524 —79.0524 158.105
7B-10710 v
A, »B 50211.7 873.107 871.790 0.0
B, 101° m? -5.52001 —2.78385 —2.80788 0.0
C,»B-107% um 74.7961 0.0 0.0 0.0

[Tpu MonenupoBanuu kpuctamia ThO, ObLIM HMCIIOJE30BAHBI COBMECTUMBIC C
HabopoMm noteHrmaioB MOX-07 moTeHIIManbl B3aUMOJACHCTBHSA, MPEITOKCHHBIC
HelMaBHO B pabote [55]. AHAJIOrMYHO KAaTHOHAM ypaHa W IUTYyTOHHS, BaJICHTHOE
B3aMMOJICUCTBUEC KAaTHOHOB TOPHSI MEXTy COOOW MPUHUMAIW PaBHBIM HYIIIO.

[ToTeHuman Topuit — KUCIOPO NPEACTABISUIN B (hopMe

Uij(R):KE%+eXp{X—Y-R}, (1.17)

rae R — paccrosnue Mesxny neHTpamu uyactui, X = 8.075936, Y =3.35 A1 [55].
dakTUyeckr, TpPU HYJICBOM JUCHEPCHOHHOM TpuTshkeHun (opma (1.7)
skBuBajieHTHa (1.6). DddexTuBHbIE 3apsabl aHUOHOB (KHCIOPOJA) U KAaTHOHOB
(Topwust) ObuTH TakuMU ke, kak B Habope MOX-07: q- = -1.37e, g+ = +2.74e.

[Tpu MonenupoBanuy O0ATUTMCTHYECKUX KAaCKaJ 0B CTOJKHOBEHHI TpeOoBanoch
BOCTIPOM3BECTH KaK CBOMCTBA HieatbHOU pemeTku PUO; (B TOM uncIie mpu BEICOKUX
JOKAJIbHBIX TEMIEpaTypax), TaKk U B3aMMOJCHCTBHE YACTHI] BHICOKUX SHEPTUN Ha
KOPOTKHX paccTosaHusx (meHee 1 A). Jlns 3Toro moTeHnuanbsl B3auMOEHCTBHS B
HacTosimiew pabore ObLIM mpeactaBieHbl B dopme (1.18), koropas mupoko
UCIIOJIB3YETCs I allpOKCUMAIIMU MMOTEHIIMAa SKPAaHUPOBAHHOTO KYJIOHOBCKOTO

B3aumoneiicteust ZBL [51]:



, 1.18
N Aj exp{_Bl,ij : Rij} + A exp{_BZ,ij : Rij}+ A exp{_B3,ij ' Rij} 19

ij

[lepBbIM ciaraeMbIM  37€Ch  SIBIISIETCS  KYJIOHOBCKOE  B3aWMOJCHCTBHUE
3 PEeKTUBHBIX 3apsA0B (i ¥ (fj YACTHII | ¥ | HA PacCTOSHUH Rjj, BTOPOE COOTBETCTBYET
KOPOTKOJICHCTBYIOIIEMY B3aUMOJICHCTBUIO TEPEKPHIBAIOIIMXCS  DJICKTPOHHBIX
000JI0YEK.

Camu norennuansl ZBL B Hacrosiiei padote, cormacHo [51], mist Bcex map

YaCTHUI pPACCUMTHIBAIM B Clleytonleil popme:

Z,Z°

U, (Ry) =K @, (R;), (1.19)

ij
rae Zi u Zj- aTOMHbIE HOMepa (3apanbl anep) i-i u j-i vactuu; @;; - QpyHKUMA
SKpAaHUPOBAHUS, OOBIYHO TpEACTaBisieMas JMHEHHONW KOMOUHAIMEH HECKOJIbKHUX

3KCIIOHCHT.

32R; 0.9426 R; 0.4028R; 0.2016-R;

®,(R,)=0.1818¢  +0.5099 “ +0.2802e * +0.2817e  (1.20)

IZI€ ajj - paauyc SKpaHUPOBAHUS, KOTOPBII pacCUUTHIBANICS 110 (popMyJIe:

_0.8853-3,

ij Z_0.23 +ZQ.23 ! (1-21)
[ i

ao = 0.529A panuyc nepBoit 60poBCcKOit OpOUTHL.

[Torenumanst (1.19) ¢ dynkumeit sxpanupoBanus (1.20) camu no cede He
MOAXOMAST JJISi MOJICTMPOBAHUSI MOHHBIX KPUCTAUIOB METOJOM MOJEKYJISPHON
JTUHAMUKH, TIOCKOJIBKY HE OIMCHIBAIOT JaJbHOJCHCTBYIOIIETO KYJIOHOBCKOTO
B3aMMOJICHCTBUS MOHOB, KaK M BaH-ep-BaalbcOBCKOTO (IMCIIEPCHOHHOTO) TIPUTS-
KeHus. TakuM 00pa3oM, OHM HENPUMEHUMBI JIA YIAEPKaHUS TMEePUOIUYSCKOM
CTPYKTYPBI KpHUCTAJLIA.

[TapameTpsl Bcex UCMONB3yeMbIXx B padotre mnoteHnuaioB (1.18) Obum
ONTUMH3UPOBAHBI 11  BOCHPOU3BEJCHUS OSKPAHUPOBAHHOTO KYJIOHOBCKOTO

B3aumoeiicTeus ZBL na paccrosnusx menee 0.1 A. Ha paccrosuusx 6onee 1.5 A
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MOTEHITHAIBI B3aMMOJICHCTBYSI COOCTBEHHBIX HOHOB ypaHa, IITyTOHUS U KUCJIOPOa
COBMaJa C H»MIupudeckuMu mnoteHmaramu MOX-07 [8-9]. Ilapamerpsr
notenuainoB B Gopme (1.18) misa cucremsr (U,Pu)O, npusencus! B Tadmuie 1.3.
DddexTuBHBIC 3apsAaBI AHHOHOB (KUCJIOPO/Ia) U KATHOHOB (TUTYTOHHUS, ypaHa) ObLIH
paBHbIMU —1,37¢ u +2,74€, B cooTBeTCTBUU ¢ HAaOopoM noteHnmanoB MOX-07.
Tabmuua 1.3

[TapameTpbl OTEHIIUAIOB B3auMOIeUCTBUA B opme (1.18)

Iapa A eV | B, Al | Az3B | By A' | AsysB | B3 A’
Pu*-Pu** | -279196 | 2.72788 | 342248 | 2.78845 | 616648 | 19.8944
Pu*-U# -279129 | 2.72452 | 342314 | 2.78519 | 616594.4 | 19.8949
Us*-u+ -267360.5 | 2.71760 | 2.77834 | 327926 | 590506.7 | 19.8961
Pu*-0% 10936.3 | 4.78581 | 668.341 | 2.36829 0 0
U#-0% 10658.6 | 4.76406 | 673.229 | 2.34580 0 0
0%-0% 31293.7 | 3.41130 | -8307.46 | 2.99722 | -22966.8 | 3.70619
OddexTuBHbie 3apsaas: - = —1.37€; q+ = +2.74e

Ha paccrostausx ot 0.1 10 1.5 A norenumanst (1.18) o6ecrieunpany niaBHbIif

nepexojl OT DJKPAaHUPOBAHHOTO KYJIOHOBCKOro B3aumojeinctBuss ZBL

smnupudeckuM mnoteHimasam MOX-07. T'mOkocte ¢ynkiuu (1.18) B sTOM
JMarna3oHe OrpaHryeHa, I03TOMY CaMO HaJIM4Ke IUIABHOTO IIEPEeXo/ia Mbl IojlaraeM
KOCBEHHBIM yKa3aHHWEM Ha JOCTOBEPHOCTh dMIHUpHUecKknx moteHmanoB MOX-07

L37_0-137] 5 dhopme

B 00JIACTH OTHOCHUTEIIbHO BbICOKHX dHepruit. [Toreniman U[O~
(1.18) ocraBancs B npezenax 20 % ot notennmana ZBL no paccrosuus 1.5 A, rae
SHEPrUs B3auMoecTBus coctapiisia 20 3B. Ha 6oybmnx paccTOSTHUSX OCHOBHYO
pOJIb CTaJIO UrpaTh KyJIOHOBCKOE OTTaJKMBaHUE d(PGHEKTUBHBIX 3aps/I0B aHHOHOB.
OAHOBPEMEHHO, AMITMPUYECKOE BAJICHTHOE B3aWMOJCHCTBUE YIUIO B 001acTh
OTPULIATENILHBIX 3HAYCHHH, COOTBETCTBYIOIIUX «IOTEHIUAIbHOU sMe». Oba
s dekTa dSKpaHUPOBAHHBIM KYJIOHOBCKMM ToTeHIManoM ZBL omucanbl ObITH HE

MOIJIH.
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PasHuia Mesx 1y moTeHnuanamu katuonos U[Pu*274—Py*274], U[Pu*?4-U+274],
U[U*27-U*274] u cootsetcTByromum ZBL-B3aumonelicteuem He mpesbimana 1 %
npu paccrosuusx Rij <0.9 A (u 3nauenusx snepruu eime 20 x3B). C yBenuuenuem
pacCTOSIHUSI HAUMHAETCS MOCTETICHHBIN Mepexo/] K KyJOHOBCKOMY OTTaJIKHUBAaHUIO
>hpdexTuBHbIX 3apsapoB. [lorenmmaner U[Pu*?#-0713%7 u U[U?M-013%]
pacxonarcs ¢ ¢yskiumeir ZBL yxe Ha paccrosHuax 6onee 0.3 A, mockoibky
sHeprus B3aumozeicTBusi ZBL siBHO 3aBblllieHa MO CPAaBHEHHUIO C MOTEHIIMAJIAMHU,
TpeOyembiMu Juist MojenupoBanust kpucrtamuia (U,Pu)O,. B 1o ke Bpems, B
nuanaszone Rij <1.5 A nmorennmansl annon-katuon (1.18) ocraBanuch OIM3KMMHU K
COOTBETCTBYIOLLIMM IOTEHIMAJIaM, PACCUMTAHHBIM B JaHHOH paboOTe C HCIOJIb30-
BaHHMEM T€OPHUH (YHKIIMOHANA JIOTHOCTH.

3HaueHHs] mnapameTpoB mpuBeAeHbl B Tabmuue 1.2 ¢ wHcnonab30BaHHEM
OOJBIIOr0 KOJMYECTBA 3HAYAIUX HU(DP, TOCKOJIBbKY PYHKITHUS (3) 4yBCTBUTENIbHA K
UX TOYHBIM 3HaueHUsM. MoHbl uMmenu crienyrommue 3¢GeKTuBHBIC 3apsiapl: + =
+2,74¢e (kaTUOHBI TUTYTOHUS U ypaHa), - = —1.37€e (aHHOHBI KHCIIOPOJIA).

[Torenmmansl B Gopme (1.16) He OMUCHIBAIOT BO3MOKHOTO XUMHUYECKOTO
B3aMMOJICUCTBUS YACTHUII, OTIMYHOTO OT KYJIOHOBCKOTO MPUTSKEHUS 2PHEKTUBHBIX
3apsaa0B. Hekoropeie aBTophl (B wactHocTH, Yakub et al. [56], Basak et al. [57])
YUUTHIBAIA Takoe€ B3aMMOJCHCTBHE TMPH MOCTPOCHHHM TMOTEHIUAIOB MJis
COOCTBEHHBIX MOHOB B IMOKCHJIE ypaHa. B TakoMm ciyyae BO3HUKAET TOTOTHUTEb-
HOE€ cjaraeMoe, 4acto B (opMme MmoTeHrmana Mop3e «aBe IKCHOHEHThI». Torna,

IMOTCHIO WA IIPUHUMACT BU/T

G;d; R Ci - ~2/3(Rj—Ru ~Bi(Ri—Rn.
U(Ry)=Ke—m+Ag ™M — SR 4s | e (o) g Al ) (1.22)
Rij Rij
B nacrosimei padote, noreHunaisl (1.22) UCoOab30BaIM JjIsl COMTOCTABIICHUS
¢ norermaiamu MOX-07.
[TogpobHOCTH  MOJIEKYJISIPHO-TUHAMUYECKUX MOJIETIC PacCMOTPEHBI B

COOTBCTCTBYIOIIHX pa3jciax.



30

1.3.2. IloTeHnmaabl B3aUMOJeiCTBHE aATOMA reJIusl ¢ OKPY:KeHUEeM B

AHOKCHIAX YPAHA U MJIYTOHHUS

B cBsI3M €O CIOXKHOCTBIO yAEp>KaHUS MHOTO3apsIHBIX HOHOB B Ta30BOi ¢ase,
MPAKTUYECKA OTCYTCTBYIOT OKCIIEPUMEHTAIbHBIC JaHHBIC 110 IOTEHIIMAIaM
B3aMMOJICUCTBUS HEUTPAIBbHBIX aTOMOB MHEPTHBIX Ta30B, TAKUX KaK TelUd WM
KCEHOH, C MHOT03apsAHBIMU HOHaMH. CyIleCTBYIOIINE MOTEHIIMAIbl B3aUMOCHCT-
BUSI, HWCIOJIB3yeMmble it MJ[-MomenmupoBaHHs TepeHOcCa Teius, KPUNTOHA U
KCEHOHA B KpHUCTaJUIaX JMOKCHJIOB ypaHa U IUIYTOHHS, PACCUUTAHBI U3 MEPBBIX
NPUHIMIIOB M MPUMEHUMBI NPU SHEPrusax B3aumonerctus Hwke 10 3B. Oxgnako,
WCCJICIOBAaHMSI B3aUMOJICHUCTBHUS ITy3BIPHKOB PAJUOTCHHBIX Ta30B B SACPHOM
TOIUIMBE C KacKaJaMW CTOJIKHOBEHUMW TMpeEJoJiaracT SHEPruu B3aUMOCHCTBUS
TOPSIJIKA COTEH KHJIOAJICKTPOHBOJIBT (M JJaXKE BBIIIC, €CITH PACCMATPUBATh KACKaIbI,
oOycIoBiieHHbIe AenenueM siaep). st panuoreHHsix ra3oB B kpuctamiax UO; u
PuO; oO1enpuHsATHIX TOTEHIIMAIOB TAKOT'O TUIA IO CUX MOP HE CYIIECTBYET.

B pa6ore [58] (Grimes et al., 1990) MeTo10M «IOTpyKEHHOTO KJIACTEPay OBLIH
paccunTaHnbl noteHmanbl B3aumoaeicteus He B UO,, npencraBiennsie B hopme
Jlennappa-J[>koHca. DTO TPEACTABICHUE KOPPEKTHO TOJBKO Ha CPEOHUX
PACCTOSIHUSIX MEXKIY aTOMOM Teius M OMMKaliliuMU MOHAMU, XapaKTEePHBIX IS
TEIJIOBBIX KoJieOaHuii pemérku. B padote [42] morennmanst He—U n He—O Oputm
MOCTPOEHBI C HKCIOJIb30BAHMEM KOMOMHAIIMOHHBIX TpaBui [59]: kak cpenHee
reomerpuueckoe noreHiuanos He-He, U-U u O-O [58]. Ilpu »>10M,
UCnojb30BaIuch sMnuprueckue norenuansl U-U u O—O [58], BocctanoBIIEHHBIC
Ha 0a3e MexaHnueckux cBorcTB UO, mpu cTaHAapPTHBIX JIaBJICHUHU U TeMIIepaType.
Takum oOpazoMm, mnoreHuuanbl [42] Tak >Ke BpsAI JU MOTJU OINKUCHIBATH
BBICOKO?HEPTETHICCKUE CTOJIKHOBCHHUS.

B nacrosmeit paboTe NpensiosKeHbl «BBICOKOIHEPTETHUECKHUE» MOTEHITUATIBI
JUTS TeTTUST ¥ KPUTITOHA B IMOKCHJIaX ypaHa U TUTyTOHUSI.

Morenuman He-O% crpomny, pyKOBOACTBYSCH CIEAYIOIIMMHU COOOPaXe-

HUSMU:
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e Kak nokassiBaeT rpaduxk Ha Pucynke 1.3, mpeaioxkeHHblid B pabore [58]
(Grimes et al.) morenuman U[He-O?] xoppekTeH TONBKO Ha paCCTOSHUSIX,
npespimatonux 1.7 A, npu sHeprusx B3aumMmosneiicTBUA 10 3 9B. VYkazaHHBIH
JIMAna3oH BIOJIHE JIOCTATOYEH IS MOJICTUPOBAHMS SIBICHUN, OOYCIOBICHHBIX
TepMUYECKUM pazynopsaodeHueM. OaHako, B KackagaxX CTOJIKHOBEHUW SHEPTUU
B3aMMOJICUCTBUS YaCTHUI] MOTYT JOCTHTaTh CYIIECTBEHHO OOJIBITUX BEITUYHH, TaK
41O TOTeHIUaNn [58] momkeH ObITh, MO MEHBIIEH Mepe, MPOAOKEH B 00JacTh
OOJBIINX SHEPTUM.

® DKCIEPUMEHTAIIbHBIX JaHHBIX, C KOTOPHIMH MOXKHO ObUIO ObI HAIMPSMYIO
cpaBHHBaTh pacuétHele nmoteHnuansl U[He-O%], me cymectByer. Bmmkaiimmm
ananoroM norennuana U[He-O?%], KoTOpslil MOKHO CPaBHUTh C SKCIIEPUMEHTOM,
ABJIAETCS MOTEHUMAN M303JIeKTpoHHON mapbl He-F. Kak BunHo u3 Pucynka 1.4,
npeaoKeHHslil B pabote [58] morenuman U[He-O%] B o6nacTu Hyns ¥ MEHEMyMa
o4yeHb 0sn30K K nmoteHuuany U[He-F], paccuntannomy metogom Dmol [60], uto
CBUCTEIHCTBYET O KOPPEKTHOCTHU MX COTIOCTABJICHHUS.

e [loBenenne skcnepuMeHTanbHOro moTeHmuana U[He-F] [61-62] mpu
sHeprusax, MeHpmmx 0.1 3B, IpUHIMNHAIBHO PACXOIMTCS C CYLIECTBYIOIIMMU
pacuéramu (Pucynok 1.4). Ecnu pacu€THbie moTeHIIMaIbl UMEIOT HYJIb U MUHUMYM
B npegenax 2.7+3.2 A, To oSKkcrnepMMEHT MaéT MONOKUTENbHBIN MOTEHIHAN
OTTANKMBAaHUS TIpuMepHO 10 5 A, rme (npeamonoxurensHo) QopMmupyercs
MUHHMYM Ti1youHoi He 6onee 0.001 A. AHanorn4Horo nopeneHHs MOXKHO 0KUIATH
u ot notennuana U[He-O%].

e Takum o6Gpazom, s moctpoenus norennuana U[He-O%*] B macrosmeit
paboTe moTpeGoBany, uToObl Ha ManbIx paccTosHuaX (10 0.3 A) on coBmaman ¢

DKPAHMPOBAHHBIM  TMOTEHIMAJIOM  KYJOHOBCKOrO  B3auMojeuctBus  ZBL

(Pucynok 1.3).
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o Dmol (He-F-)

---Grimesetal., 1990
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Pucynox 1.3. — MoaenbHbIe TOTCHIINAIBI B3aUMOICHCTBUS TEIUS C HOHAMH

kucinopona U[He-O?] B 061acTy BEICOKMX dHEPIHUii

Jlns paccrosumii cbiie 2 A u sHepruii B3ammoneiictBus menee 0.1 5B
NIPEJIOKIIIN JIBA BapUaHTa TOTEHITHAIA:

e sapuant U[He-O% I], cosmamarommii ¢ pacuérom Dmol (myms Ha
paccrosinuu 2.6 A, Mmuanmym riry6unoii 0.055 5B Ha paccrosauu 3.17 A);

e sapuant U[He-O% Il], coBmamarommii ¢ SKCHEPUMEHTAILHBIM IIOTEH-
mmaiom U[He-F] [62], mpakTudecku 0e3 «IOTEHIIHATBHOMN SIMbD».

Ob6a BapuanTta mnokazanbl Ha Pucynkax 1.3-1.4. Bo3Mmo)xHOe BIUsIHUE
pazmmums notennuanos U[He-O% I] u U[He-O? II] na moBemeHue aToMOB U
My3BIPHKOB TEJMSI B OKCUIHOM TOIUIMBE MCCIIEA0BAIH B TajbHEHIIIEM MOCPEACTBOM

M/I-MoaenupoBaHus.
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Pucynok 1.4. [Torenuumanel B3auMOAECHCTBUS el C MOHOM KHCIIOPOJa, a TAKXKE

M309JIEKTPOHHBIM HOHOM (PTOpa, HA CPEHUX PACCTOSTHUSIX.

Horenmuanasl He-U* u He-Pu**

DMnupuueckux norennuanos He-U* u He-Pu** mam ne ussectno, pacuér-

HBI MOTEHIHMANd CYyMIECTBYET TONBKO s cucreMsl He-U** [58]. Meron
dbynknuonana miotHoctd (M®II) B Hacrosmeit pabote nmam 1jisi MOTEHIIMAJIOB
U[He-U*] u U[He-Pu**] npaktuaeckn oguHakoBbie KpuBble. OTMETHM TaKKe, 4TO

norsl U* u PU** nMeroT n305/1eKTpoHHbIE BHEIIHKE S U P SJIEKTPOHHBIE 000I0UKH

(ctpykrypa 5f46526p° nma Pu*t, 5f26526p° nna U*"), o6pasyror kpucramisr UO, u
PuO, oauHakoBoO#l CTPYKTYphl M OIM3KMMHU IOCTOSHHbIMU peretku (5.47 A u

5.40 A, cooTtBercTBeHHO). B pamkax HacTosuell pabOTHl He MPENCTaBJIAIOCH
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BO3MOKHBIM Honyuutsh notennuansl U[He-U*] u U[He-Pu**], kotopsie 6611 GbI
JIOCTOBEPHO pa3inudHbIMU. [loaTOMY, M1 00erX map MOJYyYWSId U B JaIbHEHUIIIEM
HCIIOJB30BAJIN €INHCTBEHHBIN ITOTEHIIHAII U[He—U4+, Pu4+]. B nmanpneiimem, ajs

KPaTKOCTH, OyJIeM 3aIKiChIBaTh 3TOT noTeHnuan kak U[He-U*].

10 ¢ MOII, HacTosmas paboTa
o Dmol (He-Gd+3)
3 © Jlorennuan ZBL
N Grimes et al., 1990
\ ——Hac 0
Y \ Tostas pabota
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PucyHnok 1.5. IToTeHunanel B3auMOAEHCTBHS TSI C HOHOM YpaHa, a TaKKe

HN303JICKTPOHHBIMU MOHAMHU ITPHU BBICOKHNX SHCPIrUgX.

Meroauka u ocobeHHOCTH mocTpoenus nortennmuana U[He-U*] mpow-
JTrOCTpUpOBaHbl Pucynkom 1.5. BuaHo, 4To M3BECTHBINA MOTEHIMAT 13 paboThl [58]
(Grimes et al.) koppeKkTeH TOIbKO Ha paccTOsSHUAX Ooibie 1.4 A mpu sHeprusx
B3aumonencTeus 10 10 3B, MOCKOMbKY Ha MEHBLIMX PACCTOSHUSX OH YXOIUT
«BBEpX» TNpUHIMIHATBHO pe3ue, uyeM ZBL (1.19) u pacuérel Meromom
¢dbyHKIMOHaNa TIOTHOCTH. [Ipu momy4yeHnn 3Toro noTeHuana, pykoBoACTBOBAINCH

CIIEAYIOIIMMU COOOPAKEHUSIMU
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e Ha cpennux paccrosausx norenian Grimes et al. [58] umeer munumyMm,
OJIHaKO cpaBHHUTENbHO HermyOokuit (-0.027 sB). Bmecte ¢ Tem, CyIIEeCTBYIOT
DKCIIEpUMEHTAIbHBIC JAaHHBIC (CM., HampuMmep, [62]), ykas3pIBaromiye Ha TO, YTO
reJIMi ¢ KaTHOHAMHU B KpHCTaiaX (OPMHPYET CPaBHHUTEIBHO CHIIBHBIC CBSI3H, C
sreprusmu 10 —0.3 5B Ha oJHy mapHyO CBsI3b. B 1HOKCHIaX ypaHa M IIYTOHHUS
MOYKHO OXHUJaTh (OPMHPOBAHUS TOJOOHBIX cBs3eil. OOpa3oBaHHE MOAOOHBIX
CBsI3€l IMOATBEPXKACHO PACYETOM IOTCHIMAIOB B3aUMOJCHCTBHS Telusi C
MHoro3apsaassiMu noHamu Y3', La®* u Gd*" (u3osnexrponnsivu nonam U* n Pu®
10 BHELIHUM S U P obosroukam) metogom Dmol [60].

e B jmamasone paccrosauii ot 0.5 A mo 1.0 A morenmman U[He-U*],
paccuuMTaHHBIA B HacTosllel paboTe mMeTonoM ¢GyHKIMoHana miaoTHocTH (M®II)
npakTHUecku coBnagaer ¢ nortenmuanom U[He-Gd*'], koropeli 6bu1 mosiydeH
KBaHTOBO-xuMuueckuM metogoM Dmol [60]. Tlo snekTpoHHO# KOH(UTypanuwu,

katroH Gd** cpaBruTensHo Gmmsok k U m Pu**

, TIOCKOJIbKY BHELIHSsI 000JI04Ka
atoma TagonuHust umeeT cTpykrypy 4f'5d'6s? (cTpykTyphl ypana m mayToHHS —
5f36d7s?, 5f°7s?, coorsercTBeHHO). TakuM 00pa3oM, 3a HEMMEHHMEM JIY4ILIETO
npubIMKeHus, Ha cpenHux paccrosHuax 1.5-+4 A norenuman U[He-U*'] B
HacTosIIeH paboTe MOCTPOWIIM TaK, YTOObI OH coBmajai ¢ moreHimaniom U[He-
Gd**], paccunranneiM Metomom Dmol. OtMerum, 4To «ciaeBa» OT MHHMMyMa U
BIIOTH 710 10 5B 3TOT noTeHnman xopomo cosnazaet ¢ norernuanom U[He-U* n3
pa6otsl [58] (Pucynok 1.5).

Tabmanma 1.4

[TapameTpsl MOTEHIIMATIOB B3aUMOJICHCTBUS TS C HOHAMU B kpucTamuiax PuOo,

UO;,, (U,Pu)O, mis M]/I-MomeaupoBaHus BBICOKODHEPTETHUCCKUX IIPOLIECCOB

IMapa A1,3B | B, Al | A;3B | By Al | A39B | B3 At
He-O% | 205.609 | -2.38802 | -2.39227 | -0.70172 | -0.25842 | -0.80359
He-O% Il | 243.0384 | -3.01478 | 0.579238 | -1.4302 | 0.579238 | -1.4302
He-U* Pu** | 2652.986 | -3.8917 | -8.63079 | -0.88878 | -0.09702 | -0.17113
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JIns yBenuyeHus auana3oHa MPUMEHUMOCTH, MOTEHIHAI U[He-U4+] OBLI B
HacTosmeil pabore [63] mpomomken Ha pacctosHus Menee 0.5 A moreHimanom
ZBL. B npomexyTtounoi o6mactu ot 0.5 A 1o 15A MIPEIOKEHHBIA MOTECHITHAI

obecrieunBall IJIaBHBIA Tiepexon Mexnay pacuérom Dmol u dynkmumein ZBL
(Pucynok 1.5).

- - -He-U+4, Grimes et al., 1990

— KomOwuHarmonHsie mpasuia Yakub et al., 2010

e Dmol [He-Gd+3]

— Hacrosimas pa6ota

U(R), oB

1.50 2.00 2.50 3.00
R, A

Pucynox 1.6. IloTennuanbl B3auMoIeHCTBUS TEIHS C HOHOM ypaHa, a TaKKe
M303JICKTPOHHBIM MOHOM TaJI0JIMHUS, HA PACCTOSAHUSAX, XapaKTEPHBIX JJIA

kpucraumueckon pemérku UO;.
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[Ipennoxennsle norenmuansl  U[He-O% 1], U[He-O* II] u U[He-U*],
coBmamarommii ¢ morennuansom U[He-Pu*], mis MonexymspHO-IMHAMMYECKHX
pacuéToB B HacTosIIeH padoTe ObLIH MpeacTaBiieHbl GyHkimein (1.18). Ilapamerpsr

npuseneHsl B Tabnure 1.4.

1.4. BBIBOBI

[Ipu MomenupoBaHUM SIBJICHUHN MEPEHOCA B MOHHBIX KPUCTAIIAX, B TOM YHCIIE
kpuctamuioB okcuaHoro TorumBa UOy, PUO; u ThO,, BaKHO YYHTHIBATH MPUTOK
TEPMUYECKUX KATHOHHBIX BaKaHCUU B 00BEM KpuCTala C MOBEpXHOCTU. B
HaCTOAIIEH paboTe MOJIETbHBIE KPUCTAILTUTHI HIMEITH CBOOOIHYIO TOBEPXHOCTH, UYTO
MO3BOJINJIO, TPH JOCTATOYHBIX BPEMEHAaX MOJACIMPOBaHUsA, OOECIeunBaTh
PaBHOBECHYIO KOHIIEHTPAIMIO BAaKaHCUI B 00BbEME. Y CTOMYMBOIO COCTOSTHUS CaMOil
MOBEPXHOCTH JIOCTHTaJIM HCIOJIb30BaHWEM HAHOKPUCTAIOB, MMEBIIUX (QopMmy
UIeaIbHOTO OKTad/ipa ¢ IOBEPXHOCTHIO, 00pa30BaHHOM M1ockocTsMu Tuma (111).

Jlnst MoaenupoBaHusl OAJUTMCTUYECKUX KACKaJOB CTOJIKHOBEHUN C dHEprueiu
87.7 x»B B paboTe mpe/I0’KeHbBI TapHBIC MMOTSHITHATBI B3aUMOJICHCTBUS, HAa MaJIbIX
PACCTOSIHMSIX COBIAJIAIOIINE C W3BECTHBIM IMOTEHIIMAJIOM SKPAaHHUPOBAHHOTO
KYJIOHOBCKOT0 oTTankupanus sjuep ZBL. Ha «cpeauux» paccrosausx 1.5 — 4 A atu
K€ TIOTEHITMAIbl BOCIPOW3BOIMWIM CBOMCTBA peaNbHBIX KpucTauioB. HoBbiM
pe3yabTaTOM SIBJSIETCSI TIOCTPOCHWE TMOTCHIIMAIOB B3aWMMOJICHCTBHS TENus U
kpuntoHa ¢ nonamu kpuctamuioB UO; u PUO,, yuuThIBarOIMX SKCIIEPUMEHTATbHBIC
U pacu€THbIC JaHHBIE O CHJIBHOM CBS3BIBAHUU TEIHUS C MHOTO3apSIHBIMHU

KaTHOHaMH U KPUIITOHA C aHHOHAMH KHUCJIOpOAa.
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2. MOAEJIMPOBAHUE CAMOIN®®Y3UU COBCTBEHHBIX NOHOB B

HAHOKPUCTAJIJIAX OKCHUJHOI'O TOIIVIMBA

Nzydena nuddysust COOCTBEHHBIX MOHOB ypaHa, TUTYTOHHSI, TOPUS H
kuciopoya B HaHokpuctamiax (U,Pu)O,, ThO,, UO,«. YcTaHOBICHBI
MEXaHU3MBl TIEPEHOCA, IMOCTPOCHBI 3aBUCUMOCTH KOA((OUIIMEHTOB
muddy3un oT TemmepaTypbl, MOdydeHbl S(PGEeKTUBHBIC SHEPrUu
aktuBaumu  nupdysun. TlokazaHo  ompexpensioniee — BIUSHUE
MOBEPXHOCTH HA TIEPEHOC KAaTHOHOB B 00BEME KpuCTaia,
OCYUIECTBJISIOIIUKCA TOCPENCTBOM AP (Y31 KATHOHHBIX BAKAHCUH C

MTOBEPXHOCTH Yepe3 00BEM.

2.1. In®o®y3usi KATUOHOB YPAHA U ILTYTOHMSI B OB biEEME

HAHOKPHUCTAJLIIOB (U,PU)O>

2.1.1. CoBpeMeHHOE COCTOSTHHME NIPODIEMBI

MHTEHCUBHOCTH TaKUX IIPOLIECCOB, KaK OTKHUT JedEeKTOB, POCT 3€pHa,
PEKpPUCTAIUTA3AIUS U KPHII, CBSI3aHHBIX C MacCOMEPEHOCOM MAaCChl, B OKCHIHOM
SJIEPHOM TOIUIMBE OMPEIENSAIOTCS CKOpOCThi0 Auddy3un KatuoHoB. M3yueHue
NepeHoca KaTHOHOB B KPHUCTAIaX OKCHIHOTO TOIUIMBA 3aTPYAHEHO WX KpaitHe
HU3KOM MOJBMXHOCTBIO. B 00béMe kpuctammuueckoit ¢aszsl okcugoB UO,, PUO,,
(U,Pu)O; u ThO; u3mepennbie kodhduiueHTsl quddy3un KaTHOHOB AaXKe MPH
CpaBHHUTENIBHO BbICOKHX Temmeparypax 1800-2000 K wumenn 3HaueHust ot
1015 cm¥/c [13] go 10Y cm?/c [64]. UyBcTBUTENBHOCTE KO3 duuuenTa auddysum
K Je(PEeKTHOCTH U CTEXHUOMETPUU OOpa3lOB OCIOXKHSIET HHTEPIPETALNIO
OKCIIEPUMEHTABHBIX JIAHHBIX. AKTyaJIbHO MOJCKYISIPHO-IUHAMUYECKOE MOJe-
JMPOBAHUE MUTPAITUN KATHOHOB B OKCHJIHOM TOILTMBE, TTO3BOJISIONIEE UCCIIEIOBATh
3TOT MPOIIECC B M3BECTHBIX M KOHTPOJIUPYEMBIX YCIIOBHUSX.

Jlo HemaBHEro BpPEMEHH, MOJICKYJISIPHO-IUHAMHYECKOE MOJICTUPOBAHHE
nepeHoca COOCTBEHHBIX HOHOB B 00BEME KPHUCTAIOB OKCHIHOTO SJIEPHOTO
TOIUIMBA OTPAHUYMUBAIIOCHh AHUOHHOW MOAPEMIETKON, U3-3a HU3KOW IOJBUKHOCTH

KaTMOHOB. MuUrpamuo KaTHOHOB paccMaTpHUBAIM BOJHM3U TOBEPXHOCTH, TPAHUIL
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3épeH, B MPUCYTCTBUH TUCIOKALUN JTUOO CHEIHAIBbHO CO3JaHHBIX Ne(EeKTOB (CM.,
Hanpumep, 0030p [34]).

B paGote [65], mocBsieHHOW MeEX3EépeHHBIM TpaHuliaMm, Iu(dy3uoHHbBIC
MPBDKKA KaTHOHOB OBUTH 3apeTrHCTPUPOBAHBI TOJBKO Ha PACCTOSIHUSX MeHee 12
aHrcrpeM (IIPUMEPHO JIB€ TMIOCTOSIHHBIE pEMIETKU) OT TPaHUlbl 3epHa.
Kosdppumuentsr muddysun nomamu B amanazon 1077 —107° cm%c. Dueprus
axktuBau quddys3un cocraBuina 0.8 3B, 4TO CyIIECTBEHHO HMXKE TEOPETUUYECKUX
U SKCIEPUMEHTAIBHBIX OIEHOK SHEPTHH aKTHBAIMW TIEPEMEIICHUS KaTHOHOB B
o0béme [66-67] m B 4-6 pa3 HKe, 4YeM OHeprus aktuBauuu auddysuu,
HKCIIEPUMEHTAJILHO U3MEPEHHAas i oJIMKpucTauioB [64,68]. [loBenenue nMoHOB
00OMX THIIOB Ha I'paHHIlAX 3epHa 0Ka3aJI0Ch MOJ00HBIM *X)uaKon (Base [69-70].

[Ipsimoe monenupoBanue nud@y3uu KatnoHoB B 00BEMe KpucrtamioB UO,,
PuO; m ThO; tpeOyer BBICOKOW MPOU3BOAUTEILHOCTH pPAcdYETOB, TaK 4YTO
COOTBETCTBYIOIINE PAaOOTHI TOSBHINCH CpaBHUTEIbHO HemaBHO [34, 71-73]. B
pabore [34] MeTomOM MOJEKYJISIPHOW JAMHAMHKMA Oblia uccienoBaHa Auddy3us
KaTHOHOB B 0e371e(eKTHBIX CcTexuoMeTpuueckux HaHokpuctamiax UQO; co
cBOOO/IHOI TMOBEPXHOCTHIO, M30JUPOBAHHBIX B BakyyMme. PazymnopsjodeHue mo
[IoTTkM BO3HHWKAIO B TaKUX KpPHUCTAUIAX ECTECTBEHHBIM OOpa3oM, TakK dYTO
mud¢y3us KaTHOHOB MPOUCXOUIA MPH PAaBHOBECHOW KOHIIEHTPALIMK BaKaHCHU.
[Monyuensl kodpduumentsl auddysun B amamazome 5-10M1  cm?c mpm
Temrepatypax oT miaBieHus 10 2900 K, 3apeructpupoBaHbl LHUKIHYECKOE
NepeMEICHIEe KAaTHOHOB, a Takke Audy3ws Mo BakaHCHUSM, MPUXOIWBIINM B
00BEM C TOBEPXHOCTH.

B pa6orte [ 73] 6110 TpOBEICHO MOJIEKYJISIPHO-IUHAMUYECKOE MOJISTUPOBAHNE
nuddy3un KaTHOHOB B 00béMe HaHokpucTauioB (U,Pu)O,, nmeBimx cBoOOIHYIO
MOBEPXHOCTh. MexanusmMoM AuQQy3ur MOJCIBHBIX KpUCTaIaX ObLIO JBIKEHUE
KAaTHOHHBIX BAaKaHCUW € MOBEPXHOCTH uepe3 00béM. Koadpduuumentsr nuddysun
pacCUMTaHbl BIUIOTH O CPABHHUTENLHO HU3KUX 3HaueHWH mopsgka 5-10712 cm?/c.
[Tomydyenst 3ddexTuBHbIe dHeprun aktuBaruu  auddy3un  oxomo 10 9B,

MPAKTUYECKA HE 3aBHUCEBIIME OT COOTHOILICHUS ypaHa W IurytoHus. C apyroii
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CTOPOHBI, 3TH SHEPrUU  3aBBIIIEHBl OTHOCUTEIBHO AKCHEPUMEHTAIBHOU
pexomenmaruu [13] (H. Matzke, 1987), koropas mis UO; cocraBisiet 5.6 3B, mipu
temneparypax oT 1850 K go 2300 K. M3ydeHHbIe TeMIiepaTypbl HaXOJWJIUCh B
nuarnazone oT IwiaBineHus a0 2600 K, ¢dakTudeckn orpaHndeHHOM OOJIACThIO
CYIEpUOHHOTO COCTOSIHMS. AKTyalleH pacuéT kosdduimenTa Auddy3un KaTHOHOB
B KpHUCTaJUIaX OKCHUAHOTO TOIUIMBA MpPU TEMIlepaTypax HIXKE CYINEePHUOHHOIO
nepexo/ia, sl IPsIMOro CPaBHEHUS C SKCIIEPUMEHTAIbHBIMU JTAHHBIMH.

B Hacrosmeit pabore Meronauka, aHamoruyHas [34, 73], nmpuMeHeHa s
u3ydeHus auddy3un  kaTtuoHoB B kpuctamiax PuO;, (U,Pu)O,; u ThO..
Heobxoanmast mpou3BOAUTENBHOCTh MOJEIUPOBAHUS O0O€eclieueHa pacnapaijiem-
BaHMEM KPUTHUYHBIX BBIUMCICHUNA Ha TrpadUyecKUX Mpoleccopax apXUTEKTypPbl
CUDA.

2.1.2. Meronuka pacuéra ko3dgdunuenrta 1ud@y3nu KaTHOHOB B 00bEMe

HAHOKPHUCTAJLIA

Jnst uzydenust nudy3uu KaTHOHOB, pACCMOTPEIIU U30JMPOBAHHbBIC B BAKYyMeE
HaHokpucTauisl PUO; u (U,Pu)O; oktasapuyeckoit popmel u3 5460, 11628 u 15960
yactull B pAuamnazo”e Ttemmeparyp ot 2650 nmo 3100 K. Kpucramisl umenu
cBOOO/IHYIO TIOBEPXHOCTh, 00ECTIEYNBABIIYIO ECTECTBEHHOE 00pa3oBaHus 1e(EeKTOB
[IToTTKM, y4aCcTBOBABIIMX B ITPOLECCE ITIEPEHOCA KATUOHOB. B3auMoielicTBre HOHOB
B kpuctauiax PuO; u (U,Pu)O, onuchiBaJiv MOCPEICTBOM TMApHBIX MOTEHIIMAIOB
MOX-07 [8-9], paccMoTpennbIx B ['nase 1.

Koadpduumentot auddy3un katuoHoB D omnpenensiu U3 COOTHOIICHUS
Diinmreiina <a?(t)> = 6D-t, ruoe <a’(t)> - cpexHuii KBagpaT CMEIEHUS KATHOHOB,
pacrnoyiaraBiimxcsi B 00béMe Kpuctamia (He OJivke, 4eM B JBYX IMOCTOSHHBIX
PEIETKN OT MOBEPXHOCTH), t— BpeMs OT Havajla MOJEIUPOBAHUS 32 BHIUETOM
uHTepBana, pasHoro 1-10Mc¢, korTopeli wMCmONB30BanCa IS YCTAHOBJIECHHMS
TEIJIOBOTO paBHOBeCHS. B KaKJ10M U3 BEIYMCIUTEIBHBIX SKCIIEPUMEHTOB, rpaduKu
a%(t) mpencraBusimu coboil cTymeHdarble (DYyHKIMH, OTPaKABIIUE OTACIbHBIE
nudy3HOHHBIE CKAaUKK MOHOB. [ ycpeanenus 3HaueHui <a?(t)> ucronb30Banu

nopsiaka 10 BEIYMCIUTENBHBIX SKCIEPUMEHTOB MPU KaX A0 TeMrepaType.
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Pucynok 2.1. Biusiaue Bpanienus katuonHo noapenierku (U,Pu)O; Ha pacuér

CpeIHero KBajpara cMelieHust KaTHoHoB. ['paduk 1 — cpenuuit kBaapar

cMerIeHus: 6€3 oMpaBKu Ha TTOBOPOT; rpaduK 2 — CPETHHIA KBAapaT CMEIICHUS C

YY4ETOM MOMPABKH.
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Pacuer kosdpdunuenta mudysun ¢ Ucnoap3oBanueM <a’(t)> 4yBCTBUTENECH K
BpAIlEHUIO MOJICJIbBHOW CUCTEMbI OTHOCUTENBHO LIEHTPA HHEepLUU. Takoe BpalieHue
MOKET BO3HMKATh, HAMpUMEp, KaK pe3yJbTaT HAKOIUJICHUS BBIYMCIUTEIbHBIX
norpentHocteld. B Hacrosmen pabote Ha KaXX10M IIare MOJIEKYJISIPHON TMHAMHUKHU
MPUMEHSIIACH MPOoIielypa KOPPEKIIMU BpalleHUs] KpUCTAJUIUTA Kak 1esaoro. Tem He
MeHee, Mpu OOJBIINX BpeMeHax MojeiarupoBanus nopsaka 100 MUTUITMOHOB 111aroB
(BpeMeHa DBOMIOLMM cHCTeMbl mopsaka 107°c) kaTmoHHas mompemieTka
MOBOpauYMBajIach Ha yriibl 10 10°, kak 310 moka3zaHo Ha Pucynke 2.1. AHaJIOTUYHBIN
addext nadbmonancsa aua UO, B padote [34], rae ObLI0 caenaHo MPeoioKeHNe,
YTO OH 0OYCJIOBIICH BCTPEYHBIM BPAIICHUEM KaTHOHHOW W aHHOHHOM TIOJIPEIICTOK.
OT0 BO3MOKHO, MTOCKOJIbKY aHMOHHAsI MOJpeIIeTKa, HaXOsICh MPU TeMIlepaTypax
BhIie ~2670 K B CynnepruoHHOM COCTOSIHUHM, KpailHe MOJBUKHA. Takum oOpazom,
CMEILIEHNs] KaTUOHOB JUIs pacuéta Gynkuuu <a?(t)> u onpenenenus D momyuann,
UCKJII0Yas MOBOPOT KaTHOHHOU mojpemnieTku. [lornpaBka umena NpUHIMIHAIBHOE
3HaueHue mpu temneparypax Huxe 2900 K.

2.1.3. Koappunuenrnl 1 Mexauu3mbl 1uddy3uu

Kosddummentst camonuddy3uun KaTHOHOB B HacToflleld paboTe ObLIU
paccunTanbl s ynctoro PuO,, a takke cMmemanHbix oKcuaoB (Uo 75PUg25)O2 1
(UosPUo5)O,. 3Hauenus, morydeHHble s KpucTauioB u3 5460 yacTwil, moka3aHbl
Ha Prucynke 2.2 B cpaBHEHUU pacuéToM I TUOKCH/IA ypaHa, TPOBEACHHBIM paHee
¢ noteHimaiamu MOX-07 (4116 vactum) B [34].

B uucrtom numokcuae TIYyTOHUWS, JJISI BCErO JMana3oHa MCCIEIOBaHHBIX

TeMIiepatyp, kodhpduureHt 1ud@y3un KaTHOHOB OMUCHIBAETCS 3aBUCUMOCTBIO

D[Pu* |=(1.90%).10° -exp(— (1()'5;1)3]3}  em?/c. (2.1)

B cmemannbix  okcugax (Uop7sPUo2s)O2 u (UgsPuos)O2 kodadduimeHTh
mudy3un KaTHOHOB XOPOIIO JIETJM Ha MpsiMyto (2.1), 3HAYMMBIX pa3Iuduii B
HacTosIel padbore He 06HapyxeHo. Koaddunuents! nuddy3uu ypaHa u IuryTOHUS

B CMCHIAHHEBIX OKCHJAX, B IIPECACIaX IMOrpC€IIHOCTH, TAKIKC COBIIaAaAJIM.
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3navyenus ko3 dunmenra camoaudysun ypana u3 [34] (Pucynok 2.2) nexar
HECKOJIbKO HIDKE NpsAMoi (2.1), anmpoKCHMHpYIOWEH pe3yJbTaTbl HACTOSAIIEH
paboTtel. BMmecte ¢ Tem, sHeprum aktuBauuu auddysuu Ep mnpakTuyecku
ONMHAKOBBL.  Anmpokcumanus  (2.1) maér i KaTUOHOB  ILTYTOHMS
Ep[Pu*] = (10.5 + 1) 5B, Torga kax B pa6ore [34] n1g quokcHaa ypaHa HOTYYUIH
Ep[U*] = (10.8 £ 1) 5B. IIpeapKcHOHEHIUAIBHBIE MHOKUTEIN 00EHX 3aBHCHMOC-
Te HUMEIOT OOJIBIIYI0 TMOTPEIIHOCTh, B TMpeaeiaax KOTOpOH HX pasiinuue
CTATUCTUYECKU HE3HAuMMO. JJis yTOUHEHHS pa3HUIbl MEXIy KOodhdUIIMEeHTaMU
muddy3un ypaHa v miyTOHUSI HEOOXOIMMBI JIOTIOJIHUTENIbHBIE UCCIIEIOBAHUS.

B xome monenupoBaHHs OTCIEKUBAIA KOOPJAWHATHI MOHOB, COBEPIIABIIMX
mudPy3MOHHBIE CKAaYKH, YTO I[I03BOJMJIO YCTAaHOBUTh OCHOBHOW MEXaHU3M
mudy3un KaTHOHOB. JTOT MEXaHMU3M ObUT BaKAHCHOHHBIM, MPUYEM OJUHOYHBIC
BAKaHCUU CTHUMYJUPOBAIM LENble KacKaabl MEPEeMEIIeHNUs KaTHOHOB. BakaHcus
nepexouia ¢ IOBEPXHOCTH B 00BbEM KpHUCTalIa, YTO BBI3BIBAJIO J]BA COBMECTHBIX
npoiecca:

a) IBI>KEHHME KAaTUOHOB 10 IIEMOYKE HABCTPEUY BaKaHCHH,

b) umkmrueckuii 0OMEH MO3WIMSIMHU, B XOJ€ KOTOPOTO OJHMH W3 KaTHOHOB
BPEMEHHO 3aHMMaJl BakaHTHBIM y3en. I[Ipumep Ttakoro kackaga mnokas3aH Ha
PucyHnke 2.3, B IpOEKIIMHU Ha TJIOCKOCTh, NEPIEHAUKYJIISIPpHYIO HanpasiaeHuto [010].

PeructpupoBanich Takke BBIXOAbl KaTHOHOB B MEXKIOY3€NIbHBIC MO3UINH,
onHako npu temreparypax Huxe 3000 K onu He npuBoguinn K 1udPy3noHHOMY
NEPEMEIICHUIO KATHOHOB.

M3BectHo [20], uro koadduumenTtsl aupdy3ur COOCTBEHHBIX HOHOB B
pPa3TUYHBIX KPUCTAUIaX OJIMHAKOBOM CTPYKTYphl (B YAaCTHOCTH, CTPYKTYpPBI
baroopuTa) MOXHO MPENCTaBUTH OJM3KUMU TrpaduKamH, paccMaTpuBas HX B
3aBHCHMOCTH OT TPHUBEACHHONH OOpaTHOW TeMmmeparypbl Tn,/T, tme Tu;—
TEMIEPATypbl IUJIABICHUS KaXJOro M3 COCIMHEHHUH. DTOT MOAXOJ TMO3BOJIMII
0000IUTh pe3yNbTaThl, MOJIYUYCHHBIC B HACTOAIICH paboTe Il HAHOKPUCTAILIOB

pPa3JIMUHBIX Pa3MEpPOB (C pa3IMYHBIMU TEMIIEpaTypamMu IUIABJICHUS), a TaKkKe
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COIIOCTaBUTh HMX C AJAaHHBIMHW MOACIMPOBAHUA IIPU TICPUOANMYCCKUX TI'PAHUIHBIX

ycioBusxX [34] U ¢ SKCIEPUMEHTOM.
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Pucynox 2.2. KoaddummenT nuddy3un kaTuoHOB B MOACIIBHBIX KPUCTAILTIAX

(U,PU)OZ; 1- PUOz, 2— (Uo_75PUo,25)02, 3- (Uo_sPUo_5)Oz, 4 — UOz n3 pa6OTI>I [34]

® Y @ @

Pucynox 2.3. Tpaektopuu auddy3uoHHOTO IEPEMEIIeHHs] KATHOHOB B

OKPECTHOCTHU KaTHOHHOMN BaKaHCHUM.



45

Takoe comocrtaBnenue mnpexacraBieHo Ha Pucynke 2.4. Touku 1 31ech
COOTBETCTBYIOT kpuctaimuiaM PuO; u3 11628 moHOB, KOTOpBIE IMIABWIHCH NPHU
3205 K; Touku 2 — Beeii coBokynHocTh Kpuctamios (U,Pu)O; uz 5460 yactui (pu
aToM, I KpuctawioB PuO; B Hacrosmied paboTe MmodydeHa TeMmIiepaTypa
mwiaBineHus Ty, = 3100 K, mna kpucramioB (UosPuos)O, Tun= 3095 K, a mns
(Uo.75PU0 25)O2 Ty = 3075 K), a Touka 8 — kpuctaimny (UosPUgs5)O;2 u3 15960 roHoB
(Tun = 3205 K). [lanee, Toukn 3 — 310 3Ha4YeHHUS Kodddummenta camoauddy3uu
KaTHOHOB B M30JMpoBaHHBIX Kpuctammiax UO, (coBmamaroT ¢ Toukamu 4 Ha
Pucynke 2.2), Touku 4 — pacuét u3 padoThl [34] C mepruoIMIeCKUMU TPAaHHIHBIMA
ycimoBusimu (1500 wactwm, Ty = 4010 K). Ilpsmeie mom HOMEepamu 5—6 — 3TO
SKCIIepUMEHTaIbHbIC JaHHble [13] u JMHEiHas SKCTpamoylus 3THX JTaHHBIX B
00JacThb BBICOKUX TEMIIEpaTyp; MpsiMas / SKCTPANOINPYET HU3KOTEMIIEpaTypHbIE
9KCIICPUMCHTAJIbHBIC JaHHbIe [64]. DKcreprMeHTallbHAs OICHKA TEMIICPATyphI
riaBieHus: PUO,, ucnosib3oBaHHasl IPU HOPMUPOBAHUM TEMIIEPATYPhI, COCTABIIAET
(3017 £28) K [74].

Bumno, uto 3aBucumocts D(T,,/T), monydueHHas B HacTOAIICH paboTe JIs
TUTYTOHUN-COJIEpKAIUX KPUCTAIJIOB, UMEET BOJU3U TUIABJIICHUS U3JIOM, KOTOPBIN
MOXET O3HayaTh «BKJIIOYEHHE» HOBOro MexaHusma aud@dy3un, C BBICOKON
SHEpPrued akTUBalMU. TakuM MEXaHH3MOM MOIJO OBbITh (PpEeHKeIeBCKOe pas-
YHOPSAI0YCHUE KATHOHHOW TTOJIPEIIETKHY.

[Ipy1 TOHWKEHUHU TeMIepaTyphl, B auana3oHe 3HaueHui T.,/T € [1.0, 1.05],
pacuetnbie  3Hauenuss D(T,/T) Haxomarcs B o0NacTH, Kyaa MOXKHO
AKCTPANOIMPOBATh HU3KOTEMIIEPATYPHBIE JKCIIEPUMEHTANbHbIC JaHHbIe MaTike
[13] (nunus 6 Ha Pucynke 2.4). Ilpu ganbpHellieM MOHUXKEHUHM TEMIIEPATYPHI,
paccunTaHHble 3HaueHus1 kodpduurenta 1uPQy3un OTKIOHSIOTCS OT yKa3aHHOU
DKCTpanoJisiiuu  «BHM3». Kak mokazanu mnpenpiaymue padbotel [34], Takoe
OTKJIOHEHHE MOXKET ObITh CUCTEMAaTUYECKON MOTPEIIHOCTHIO, 00YCIOBICHHON TEM,
4TO BpEeMEHa MOJCIMPOBaHUS HE OBUTM TOCTATOYHBIMU [IJISl  TIOJYYCHUS

PaBHOBECHOM YaCTOTHI MPOHUKHOBEHUS BaKaHCUW B 00bEM KpHCTaJIA.
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Pucynok 2.4. Koagdurnments! nud@y3nn KaTHOHOB B PA3TUIHBIX MOJETHHBIX

kpuctaiiax (U,Pu)O; 1 skcriepuMeHTa IbHBIC JaHHbBIC. | — HacTosIIas padoTa,

kpuctasuibl PUO; u3 11628 noHoB; 2 — HacTosast paborta, kpuctauisl PUO; u3

5460 nonos; 3,4 — pacuérsl st UO; B [34] C «HYIEBBIMIY» U IEPUOTUICCKUMU
IPaHUYHBIMHU YCIOBHIMM, 5 — akcniepuMenT [13]; 6 — sxcTpanossius
9KCIICPUMEHTAIBHBIX JaHHBIX [13] B 00J1aCTh BEICOKUX TEMIICPATYD;

7 — DKCTPAIOJISIUS HU3KOTEMIIEPAaTYPHBIX SKCIIEPUMEHTAIBHBIX TaHHBIX [64] B

00J1aCTh BBICOKUX TEMIIepaTyp;. 8 — HacTosmas padora, kpucramt PUO; u3 15960

HOHOB.

OkcnepuMenTanbible  3aBucuMoctd  D(T./T) u3 pabor [13] u [64]
3HAYUTEIBLHO PACXOAATCS MO BennuuHe Kodddurmenta muddys3un, npu OIU3KAX
HHEPrUAX aKTHBALMHU (HAKJIOHAX MPSAMBIX). ITO MOXKET yKa3bIBaTh Ha Juddy3uro ¢
y4aCTHEM «IPUMECHBIX» BAKAHCHM, KOMIICHCUPYIOUIUX 3apsij HWHOBAJECHTHBIX
BKItoueHu. B TakoM ciyuae, pacxoxaenue koddpduimentoB auddyzun
OOBSICHUMO pa3IMdleM KOHIEHTPAIlMU TpUMECe B IKCIEPUMEHTAIBHBIX

oOpa3max.
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Takum o0Opa3oM, MOKa3aHO, YTO OCHOBHBIM MEXAaHHU3MOM IEPEMELICHHUS
KaTHOHOB Kak YypaHa, TaK W IUIyTOHHS TPH MOJEKYJISIPHO-TUHAMUYECKOM
MOJICJIUPOBAHUN HM30JUpOBaHHBIX HaHOKpucTamwioB (U,Pu)O, B auamasone
temnepatyp ot 2650 1o 3000 K 6su1a nuddysus no repmudeckum Bakancusim. [pu
ATOM, TOJABM)XHOCTH KAaTHOHOB YypaHa M IUTyTOHUS OJM3KU MEXKIy COOOH.
OddexTuBHass dHEpPrus AaKTUBALMM TEPEMEIICHHS KAaTHOHOB  COCTaBMJIA
(10.5 £ 1) oB. Paccuurannsie koahduiineHTsl 11O y3un HAXOIATCSA B OKPECTHOCTH
IpSIMOM, SKCTPAMOIUPYIOLIEH SKcIepuMeHTalbHble naHHble [13] Kk BBICOKUM
TemrneparypaMm. TeM He MeHee, JIJIsl OKOHYATEIBHOTO COMOCTaBJICHHS MOJEIBHON

mudy3un ¢ SKCIEPUMEHTOM HYKHBI JaTbHEHIIINE UCCIEOBaHUSI.

2.2. JA®®DY3USI KATHOHOB TOPHSA B OBbEME HAHOKPUCTAJLIOB THO>

2.2.1. AKTyaJIbHOCTb HCCJIeIOBAHMS

[TockonbKky 3amachl MNPUPOJAHOTO ypaHa OrpPaHUYEHBI, TEPCHEKTUBHO
BOCIIPOU3BOJICTBO JCJISIINXCS W30TOMOB C MCIOJIB30BAaHUEM TOPHUI-COJIEPHKAIIETO
tormuBa [75]. I1o cpaBHeHMIO ¢ AHOKCHIOM ypaHa, ThO, nMeer Gojiee BBHICOKHE
TEIUIONPOBOJAHOCTh U TEMIIEpaTypy IUIABJICHHS, & KPOME TOTO XapaKTepHU3yeTCs
MOHKEHHOW HapabOTKONW MUHOPHBIX aKTUHHUIOB, YTO MO3BOJISIET CHUZHUTH 3aTPAThI
Ha ero rmnepepabOTKy W 3aXOpPOHCHHE IIOCIE PEaKTOpPHOro obmydenus [75].
ObecnieueHre HaAEKHON 1 O€30IIaCHOM HKCILTyaTallui TOPUEBOTO TOTUIMBA TPEOyET
00abII0r0 00BbEMA IKCIIEPUMEHTATBHBIX U TEOPETUYECKUX HUCCIEOBAaHUM, B TOM
YUCIie TMPOBEJACHUS JTOPOTOCTOSIIIUX UCCIEAOBAHUN MPU SKCTPEMATBLHO BBICOKHUX
JABJICHUSIX W TeMIleparypax. AKTyaJlbHO TMPOBEACHUE BBIYUCIUTEIBLHOTO
MOJICIUPOBAHUS, JIOTIOJIHSIONIETO TAKUE UCCIEOBaHUSI.

2.2.2. MoJieKkyJISIpHO-IMHAMMYECKAs MO/Ie/Ib

Hubdysnro kKaTHOHOB TOpUS M3ydyadd B  MOJICTBHBIX  CHCTEMaXx,
NPEICTAB/ISIBIIMX COOOM  HM30JUpOBaHHbIE KpHcTaumTel T1ThO, B dopme
MPaBUIIBLHOTO OKTa’3/ipa, cocTosiBiIre U3 5460 u 15960 yactui. Hanuuue cBoOoaHOM

MOBEPXHOCTU 00ECTIEYNBAIIO €CTECTBECHHBIN MPUTOK KATHOHHBIX BaKaHCUH B 00BEM
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Kpuctauia. MojenbHble BpeMeHa HaOMIOIEeHHsS 3a CUCTEMOW nocturamu 3.5
MHUKPOCEKYH]I.

UccnenoBan nuanaszon temnepaTtyp oT 3100 K mo 3600 K. BepxHuuii npenen
3TOTrO JIMAaIa30Ha COOTBETCTBOBA IJIABJICHUIO MOJEIbHBIX HAHOKPUCTAIIIIOB, TOT 1A
KaK HWKHUW Tpeiesl ObUT OTrpaHWYeH MPOU3BOAMTEIILHOCTHIO MOJEKYISIPHO-
JTUHAMUYECKOTO MOJICIUPOBAHUSL.

WuTerpupoBanne ypaBHCHHWH  JBIDKEHUS  TPOBOIWIM  METOJOM  «C
nepenlaruBaHueM» M ImaroMm no Bpemenn At=3-10"°c. BsaumoneiicTue
coOCTBeHHBIX MOHOB B ThO; omuceiBaim moreHnuaiamMu [55], COBMECTUMBIME C
npetoxkeHHbIM panee it UO; u PUO; mHabopom noreHmmanoB MOX-07 [8-9].

[TapameTpsl motertmano MOX-07 niis HOHOB ypaHa, TUTyTOHHS U KUCIIOPO/Ia,
npuBeeHbl B Tabnuie 1.1. AHanOrM4HoO KaTHOHAM ypaHa U IUTyTOHUS, BAJICHTHOE
B3aMMO/JICHCTBUE KAaTHOHOB TOPHUS MEXAy CcOOOW NPUHUMAIM PaBHBIM HYIIIO.
[MTorentuan Topuii — kucnopo npeacrarisiin B popme U(R) = exp(X — Y-R) 3B, rae
R — paccTosiHue Mexy LenTpamu yactui, X = 8.075936, Y = 3.35 A1 [55].

Koadduument nuddysun katnonos D B 00bEMe KpucTalia pacCUUTHIBAIA Ha
OCHOBaHMM COOTHOWIEHMs Oihumreiina D = <a?(t)>/6t (1.13), roe <a?(t)> -
CpeIHUI KBaJpaT CMEIIEHUs! KaTUOHOB. [[11s1 ycpeHeHus: HCnoab30Bald KaTHOHBI,
pacmnoioKeHHbIC BHYTPHU IIEHTPATLHOM chephl, yIaJeHHOM OT TPaHUIl KPUCTAILIa He
MeHee, ueM Ha 1.75a, re a - mOCTOsIHHAsI pEeIIETKU KpUCTAJLIa.

HecMoTpsi Ha mnpuMeHEHHE NpOLEaypbl KOMIEHCAIMM TBEPAOTEIbHOIO
BpalleHUs] KpUCTaJUIa, B TEUCHHE COTEH MIJITHOHOB MJI-1maroB HakaruvBalics
MOBOPOT KAaTHOHHOW IOJPEIICTKH BOKPYT IIEHTPA HWHEPIUH, TPUBOJAMBIIHA K
Heub(DYy3MOHHOMY  YBEJIMUEHUIO CpPEHETO0 KBajpaTa CMelieHuil. BrusHue
BpamieHus: ObUJI0 aHAJIOTMYHBIM TOKa3aHHOMY Ha Pucynke 2.1. Jlna pacuéra
kodpdunmenta guddysun, SToT APPEeKT yUUTHIBAIM  JIOMOJHUTEIBHOU

IPOIIEIyPOH KOPPEKIMH HHTETPAIbLHOIO TIOBOPOTA, OITMCAHHO# B pabdote [73].
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2.2.3. Mexanu3m nu¢¢y3um Topusi B IPUCYTCTBUN KATHOHHOI BaKaHCHHU

Juddys3ust KaTHOHOB TOPHS PEANTHU30BBIBATIACH TOCPEACTBOM UX MEPEMEILICHUS
10 LIETI0YKE HABCTPEUy KATUOHHOM BaKaHCUU, BXOJUBIIEH B [ICHTPAJIbHYIO 00JIaCTh
KpUCTajula C NoBepXHOCTH. OKkaszanoch, 4YTO JABMKEHUE TaKUX LIEMOYEK
OPUHIIMIHAIBHO OTJIMYATIOCh OT MOCJEI0BATEIbHOCTH HE3aBUCUMBIX TU(DPYy3HnOH-
HBIX CKauKOB.

[Tpumep mepemenieHus NENOoYKH MPOWLIIOCTpUupoBad Pucynkamu 2.5 u 2.6.
Pucynok 2.5 oTpaxkaeT MOMEHTBI HEOOPAaTUMOT'O CMEIIEHUS KaKI0TO U3 KAaTHOHOB.
[lepBpIMU HauMHAIOT ABM)KEHHUE KaTHOHBI, OOJIbIIE yAaTeHHbIE OT BakaHcuu. MoH
# 11148, HaxoauBIIUMCS PAIOM C BaKaHCHUEW, CMEIIACTCS IOCJICIHUM.
[TpoMeXyTOUHBIMU MO3ULUAMU KAaTHOHOB ObUIM MEXAOY3JHsI, PACHOJIOKEHHBIE
pSIOM C BakaHCHEH, Kak moka3aHo Ha Pucynke 2.6. B memom, 3apeructpupoBaHbl
Iepexoabl B BAKAHCUIO KAaK COCEIHHUX KAaTMOHOB, TaK M YNAJIEHHBIX — Yepe3
MEXIO0Y3€JIbHYI0 MO3ULMI0. MOXHO 3aKIlOYuTh, YTO BaKaHCUS CTUMYJIUPYET
MUTPALMI0 KaTUOHOB HE TOJBKO TEM, YTO MPEAOCTABISAECT CBOOOAHBIA Y3€J, HO
TaK)K€ MOHMKEHHEM KYJIOHOBCKOTO MOTEHIMala B OJMMKaWIINX MEXI0Y3€JIbHbIX
MO3ULIUAX.

PucyHok 2.7 noka3bIBaeT pe3ylbTUPYIOIINE EPEMEIICHNS KaX10r0 U3 KaTHO-
HOB, pacCCMOTpeHHBIX Ha Pucynkax 2.5 —2.6. Ha Pucynke 2.8 B appeHnyCOBCKHIX
koopauHatax InD = f(e/kT) npuBenena 3aBUCUMOCTh PacCYMTAHHBIX KO HUITUCH-
ToB nuddys3un ot temneparypsl B nuanazone 3100-3600 K. 3nauenus koadpdu-
nueHTa 1ud@y3un KaTHOHOB B yKa3aHHOM HMHTEpBaje TeMIIepaTyp COCTAaBUIM OT
5-102 mo 4-10° cm?/c. TIpu temmeparype 3600 K MonenbHBIE KPHUCTaILIbI
HaYWHAJIM TJIaBUThCS (32 BpemeHa nopsiaka 100 He).

HakiioH noJydeHHbIX TMPAMBIX JalOT DSHEPrui0 akThuBauuu Auddy3uu
Epo = (7.3 £0.7) 3B B Hanokpucraiuiax u3z 5460 monos, Ep = (11 £ 1) 3B B HaHo-
kpuctaiuiax u3 15960 noHoB. DkcriepuMEHTaIbHOE 3HAYEHUE, PEKOMEHI0BAHHOE B
padote [13] mis sHeprun akTuBanuu camoauddys3uu topus B ThO,, cocTasiser 6.5

7B.
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Pucynok 2.8. 3aBUCHUMOCTh pacCUMTaHHOTO B paboTe kKodddunmenta nudpdy3uu
ot Temnepatypsl. Pacuét mist UO2 — u3 paboTtsl [34].

OtMernM, uto 3HaueHue Ep, paccumrannoe s 15960 noHOB, B mpenenax
MOTPEIIHOCTH COBMAMACT C pe3yiabTaroM, moixydeHHbIM Beime st (U,Pu)Op,
onHako B ciydae (U,Pu)O, pasmepnoii 3aBucumoctd Ep oOHapykeHO HE OBLIO.
Pasmepubiii  addekr, mnomyuenusli s ThOz, MokeT OBITh 00YCIIOBJICH
CYIIEpUOHHBIM TIEPEXOJIOM, BIMSHHE KOTOPOTO MPOSBHIOCH B HAHOKPHUCTAIIAX
OompIIero pa3mepa npu temreparypax Hrke 3350 K.

Tabnuma 2.1.

DHepruu 00pa30BaHUS TOYCYHBIX JE(HEKTOB I MPEAIOKEHHOTO Habopa

MOTEHIIUAJIOB U Oo1leHKH u3 DFT-pacuéros.

HUctounuk AFD, eV FD, eV SD, eV
JlanHast pabota 5.3 20.4 14.8
Lu-2012 [76] 6.8 16.7 8.2
Murphy-2014 [77] 5.0 13.7 8.1

[Tpumeuanue: FD — napa ®penkens B karuoHHoi noapemérke, AFD — napa

®penkens B aHMoHHON noapeméTke, SD — tpuo HloTTkm.

B Tabnwuie 2.1 npuBeaeHbl S3HEPTUU COOCTBEHHOrO pasymnopsaoueHus ThOy,

paCCUUTAHHBIC CTATHYCCKHM MCTOJO0OM. BI/II[HO, 4qTO JUHAMHUYCCKAasA OHCPIHUA
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aKkTuBaluu 1u(Py3un KaTHOHOB MOHM)KEHA OTHOCUTENILHO SHEPTrUil 00pa3oBaHUs
knaccuueckux nedexroB Lllortku u dpenkens, YTO Ka4eCTBEHHO COOTBETCTBYET
CPaBHUTEIBHO HHM3KOMY JKCHEpPUMEHTaIbHOMY 3HaueHuto [13]. Ilpuuunoi
NOHIKEHUST 3(PPEKTUBHOM HHEPrUM aKTUBALUU AUPPY3UH MOXKET OKa3zaThCs
CKOOPJIMHUPOBAHHOE TEpPEeMEIlICHUEe KaTHOHOB, MOJ00HOE IOKa3aHHOMY Ha
Pucynke 2.7.

Oco0eHHOCTH MUTpaIMi KaTHOHOB, OOHApY>KEHHBIE B pabOTe, MOTJIH OBITH
OOyCJIOBJIEHBI CYNIEPUOHHBIM COCTOSIHUEM MOJIEIbHBIX KPUCTALUIOB B M3YYEHHOU
obnactu Temneparyp. Ha Pucynke 2.9 mokaszaHbl TemmepaTypHbIE 3aBUCHMOCTH
MojenbHOTO Koadduuumenta muddysuu kuciopoaa. BuaHo, 4uto cynepuoHHas
06macTb cooTBeTcTBYET 3HaueHusM e/kT cBbimre 3.5 5B~ (Temmeparypam cBbILIE
3300 K). Tem He MeHee, 3HAUMMOTO U3MEHEHHS SHEPruM akTUBauuu Auddy3un
KaTHOHOB TOpHUSA TIPH CYNEPUOHHOM TI€pexo/ie B HACTOAIIEH paboTre He
3aperucTpupoBaHo. JJis rcciieqoBaHus YyBCTBUTEILHOCTH AU(DPYy3UU KAaTHOHOB K
CYIIEPHOHHOMY MEpPeX0oay HEOOXO0AMMO TIOCTOBEPHO PACCUUTHIBATH KOI(PPUIIMEHTHI

b dy3un npu 6oJiee HU3KUX TEMIIEpaTypax.

2 5 6
1/KT, 1/5B
-10
-12
-14 ® ThO2 nuddysust anuonos, I, %
N=1500 ()]

© ThO2 muddysus annonos, HI'Y,

-16 N=13908
o
In(D), [em?/c] °

Pucynox 2.9. 3aBucumocts MosiebHOT0 Kodddunmenta quddys3un Kkuciopoaa B

ThO; oT TemnepaTypbl B 00JIACTH CYIIEPHOHHOTO TIEpexo/1a



54
2.3. In®®y3ust KHCJIOPOJA B TNIIOCTEXUOMETPUYECKOM JUOKCHJE

YPAHA UQO2_«

2.3.1. AKTyaJIbHOCTH MCCJIeI0OBAHUS

B mporiecce 37IeKTpOXUMHYECKOTO BOCCTaHOBIIEHUS ypaHa nu3 auokcuna UO;
KHUCIIOPOJT TIOCTETIEHHO TMEePEXOANT B OKPYKAIOIIYIO Cpeay (Hampumep, B paciijiaB
LiCI-Li,0, koHTakTHPYIOIIKI ¢ TOBEPXHOCTHIO KpHcTasuia). Kpucraii ctaHoBUTCS
TUTIOCTEXHOMETPHUCCKUM, TPUYEM THUIOCTEXHOMETPHUSI B XOAEC BOCCTAHOBIICHUS
ypaHa yBEJIMYMBAETCS BIUIOTH JI0 MOJHOTO MCUE3HOBEHUs Kuciopoaa. CKOpocTb
BBIXOJIa KHUCJIOPOJIa MOXKET JIMMUTHUPOBAThCS Kodpduiimenrom ero auddys3uu B
runocrexuomeTpuueckom kpucraimie UO,-y.

DKcrnepuMeHTalIbHbIE JaHHble 10 auddy3un kuciaopona B kpucramuie UO;
OTHOCSTCSI IPEUMYIICCTBEHHO K 3HadeHusM X He Bbitne 0.1. [54, 78-79]. 3naucHus
koddummenTa muddy3un KUCIopoaa, MoJydeHHbIe B padorax [54] u [78] mnsa
TEMIIepaTyp, MCHOIB3YEMBIX TPH AJIEKTPOXUMUYECKOM BOCCTAHOBIICHUU YypaHa
(650 °C), pasnuuaroTcs Ha [Ba Hopsaka (Haxonsch B auanasoHe or 2-107° mo
1-10-8 cm?/c ipu x = 0.03). IIpu Gosee BEICOKUX 3HAUEHUAX X ~ 0.2, KO3 PUIHEHT
mudy3un KUcIoposa U3MEPEH TOJIBKO ISl CPABHUTEIHHO BBICOKHX TEMIIEPATyp
2000-2100 °C [80].

st BeIsICHEHUST ocoOeHHOCTeW nuddy3un Kuciopoja MpU 3HAYUTEIbHBIX
orkioHeHusax cuctembl UQO; 4 0T CcTeXHMOMETpUM TMPEACTaBISET MHTEpPEC
BBEIYHCIIUTEIILHOE MOJICTUPOBAHKWE 3TOTrO Tporecca. J[ms KoppekTHoro yuéra
nepe3apsAaKd  HOHOB B HECTEXHMOMETPUYECKOM  KpHUCTAUIE  HE0OXOIMMO
UCITIOJIb30BAaHUE TICPBOMPUHIIUITHBIX METOJIOB pacuéra. Tem He MeHee, aKTyaJIbHO U
MOJIEJIMPOBAHUE TAKUX KPUCTAJUIOB KJIACCUYECKON MOJIEKYJIIPHOU TUHAMUKOU, YTO
MPUHITUITHATBHO YBEIMYUBACT pa3MePhl U BPEMEHA YBOJIIOIIUU U3Y9a€MbIX CHCTEM.
K nacrosimiemy BpeMeHH, KOMITBIOTEPHBIC HCCIICIOBAHUS OBLIM BBIIOJTHEHBI B
OCHOBHOM Jij1s1 runiepcrexuomerpudeckoro UO,, comepxkariero u30bITOK KHUCIIO-
poma [19,80]. TumoctexumoMeTpu4ecKkuid AUOKCHZI ypaHa, OOCTHEHHBIN

KHCJIOPOJIOM, U3Y4eH cyliecTBeHHO MeHbIne [20, 56].



55

MonekynsapHo-TuHaMU4ecKoe MojenupoBanue auddy3un Kuciaopoga B
kpuctaiie UQO; panHee mpoBOIWiIM MpH TEMIEpaTypax, CYIIECTBEHHO Ooiiee
BBICOKUX, 4eM 650 °C, npuuéM B OOJBIIMHCTBE U3 TAaKUX PadOT HCIOJIb30BAIU
NEPUOJIMYECKUE TPAaHWYHBIC YCIOBHUS, OIUCHIBAIOIIME KBa3MOECKOHEUHbBIN
kpuctaul. OJHaKo, TpPU BOCCTAHOBICHUU B AJIEKTPOXUMHUYECKON siueiike
MOBEPXHOCTh JHOKCHJIa ypaHa MOXKET CTAaHOBHUTHCS CHJIBHO H3PE3aHHOM Ha
aTOMapHOM YPOBHE, YTO O3HA4YaeT BAXKHOCTb MPUCYTCTBUA CBOOOJHOM
MOBEPXHOCTU MPHU MOAEIUPOBaHUU. OTIMYUTENBHON OCOOCHHOCTBHIO HACTOSLICH
paboTHI CTANI0 MOJIEKYJISIPHO-TMHAMUYECKOE MOACITUPOBAHNE KUCTIOPOia B 00bEME
HaHoKpucTauioB UO,.y, UMEBIINX CBOOOIHYIO TOBEPXHOCTb.

Pe3ynbTarhl KJIacCHYECKOTO MOACIMPOBAHUS MPUHIUINAAIBHO 3aBHCAT OT
BBIOOpA MOTEHIMAJIOB B3aWMOJICHCTBUA YacTHil. JIJisi MOJEIMpoOBaHUs KpUCTaslia
UO, mpemyioxeH el psa HAOOPOB SMITUPUICCKUX MOTCHIIMAIOB, ONTHMHU3H-
POBAaHHBIX JUIA pa3MYaroNIMXcs 3amad (cM., Hampumep, o063opbel [8, 19-20]).
Koadbdumuentsr auddy3un Kuciopojaa, pacCUUTHIBAEMBbIE C HCIOJb30BaHUEM
pa3IMYHBIX TOTEHIIMAIOB, MOTYT CYIIECTBEHHO pacxXxoAuThes. lIprMeHnMOoCTb
CYIIECTBYIOIIMX TIOTCHIIMAJIOB B  YCJIOBHUSX TUIOCTEXHOMETPUU HU3Yy4YeHa
HeaocTaTouHO. B Hacrosiei padoTe, cormocTaBieHbl HA0OPHI MOTCHIHAIOB [8, 56,
81]

2.3.2. MoJjiekyJsIpHO-IMHAMUYeCKasi MO/IeJIb

MonekynsapHo-TuHaAMHYECKasi MOJENIb B HacTosimeld padoTe mMmpeacTaBisiia
coooit kpucramumt UO,-, uMeBmmii ¢opMy OKTasapa cO CBOOOTHON MOBEPX-
HOCTBIO. 3aJaHHYIO CTEXMOMETPUI0 OOecrmeunBalid YHAJIeHHEM W3 KpucTaia
HEOOXOMMOT0 KOJMYECTBA AHMOHOB KHCJIOPOJa, BBIOMPABIIUXCS CIyYaliHBIM
00pa3oM. DIEKTPOHEHTPATLHOCTh KPUCTAIJIA TIPYU ATOM COXPAHSUTH 3aMEHON 4acTh

("D* 3pech N - 3¢ PeKTUBHBIN 3apsia KaTHOHAa ypaHa B

nonoB U™ wHa wmonsr U
KOHKPETHOM  Habope TMOTEHIMAJOB  B3aMMOJCHCTBUS, HE  00s3aTelbHO
uenourcieHHsl. [Ipu X = 0 kpuctammr cocrosn u3 2720 noHoB ypana u 5440

HOHOB KHCJIOPOJIA.
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B3auMopeiicTBue COOCTBEHHBIX HMOHOB KpPHCTAIAa MOJEIUPOBAIA TPEMS
HaOopamu moTeHnuaioB [8, 56, 81], ¢ menbi0 COMOCTABIICHUS PE3yIHTATOB
pUMEHEHHUs Kaxkaoro u3 Habopos. Hadop | (MOX-07, S. Potashnikov et al., 2011
[8]) xapakTepusyeTcsi CpaBHUTCIIBHO TOYHBIM  BOCHPOHU3BEICHUEM  Kak
MEXaHHYECKUX U  TEIUIOPU3NYCCKUX XAPAKTEPUCTHK CTEXHMOMETPHUECKOTO
kpuctaiia UO,, Tak u 3Hepruii ero cooctBeHHoro pasynopsnodeHus [20]. HaGop
Il (Yakub-09, E.Yakub etal., 2009 [56]) umeer TO NpPEHMYIIECTBO, YTO
o0ecrnieunBaeT HanOoJIee TOUHYIO TEMIIEPATYPY TUTABIICHHUS MOJICIBHBIX KPHCTAIIOB
UQO,. Hatop |1l (Busker-02, G. Busker, 2002 [81]), B oTuinuue OoT moTeHIHAIOB | 1
I, uconp3yeT 1eIouncIeHHbIE 3apsiabl aHUOHOB KHUCJIOpoJa (—2€) U KaTHOHOB
ypaHa (+4€), 4YTo MO3BOJIAET, NPU H3YYEHHUH DBIEKTPOXUMUYECKOU SUYEHKH,
MOJICJTUPOBATH Mepexo HOHOB Kuciopoza u3 kpucramia UO,— B pacrutaB LiCl 6e3
W3MCHEHUS UX 3apsiia.

Bce Tpu Habopa MOTEHITMANIOB MPECTaBIsLIN B 00mieH Gopme (1.22)

U(R;)= K A%, pgtn_Sipoo, -(e‘”“'(R”‘R“") —2e " ”(R“"R””‘”)j,

R. j RE i ]
ij ij
BKJTFOYAOIICH KYJOHOBCKOE B3aMMOJCHCTBHE, OTTATKUBAHUE MEPEKPHIBAIOIIUXCS
AJIEKTPOHHBIX O000JIOYEK, NUCIIEPCHOHHOE TMPUTSHKEHHE, a TakKe BO3MOXKHOCTH
oOpa3oBaHMsS XUMHUYECKON CBs3HM. I[lapameTpbl NOTEHIWAIOB TMPUBEICHHI B
Tab6mue 2.2.
Tabnuma 2.2
[TapamMeTpsl TOTEHITHATIOB B3aUMOACHCTBUS sl MOJIEIMpOBaHus Tuddy3un

KHCJIOPOJa B HCCTCXUOMCTPHUUCCKOM JUOKCHUIC YpaHa

Hat6op I Hao6op 11 Ha6op II1
IHapameTp
O-0 Oo-U O-0 Oo-U O-0 Oo-U
A, >B 50211.7 | 873.107 & 883.12 | 432.18 | 9547.96  1761.78
B, 10 mt 5.52 2.78386 | 2.9223 | 2.9223 4.562 2.806
C,28:10% M | 74.7961 — 3.996 — 32 —
e, 7B — — 0.5055 — — —




S7

Haobop I Hab6op 11 Hao6op 111
ITapamerp
Oo-O Oo-uU 0o-O Oo-u Oo-0O Oo-u
B, 0% M - - 1.864 - - _
Rm, 1079 M — - 2.378 = - -
g-, e —1.37246 -1.1104 -2
g+, € +2.74492 +2.2208 +4

HprloTOHOBCKHE ypaBHEHUWS IBWKCHHsI HMHTErpHpoBayii MeTomoMm leapfrog c
marom 1o Bpemenu At = 3-107°c., npumensu tepmocrtar Bepenncena, a Takxke
OPUTHHAITBHYIO MPOIEAYPY KOPPEKITNH BpallleHUsT KPUCTAJUTATA, PACCMOTPEHHYIO B
['naBe 1. Bpemena monenupoBanus nocturanu 200 Hc.

2.3.3. OcodennocT 1upPy3un KUCI0POIa B MOAETbHBIX

HAHOKPHCTAJLJIAX

Jlnst BeIsicHeHus Kodddunmenta 1uddy3un Kucaopoaa B 00bEMe MOIEITbHBIX
KpPHCTAJUIOB PACCUUTHIBATIN CPEIHUN KBaJpaT CMEIICHUS aHHOHOB, YIAIEHHBIX OT
MIOBEPXHOCTH HE MeHee ueM Ha 1.75-a, rome a = 0.548 HM — MOCTOsIHHAsT PEIIETKU
kpuctamia UOz o mpu T =650 °C (923 K). Takux annoHoB nipu X = 0 HaCUUTHI-

BaeTcs 868.

<gi>=(0.0043r+ 2.62) 107202

<02>‘ 1 0—2[) M2

0 30 60 S0 120 150
EpeMd [, He
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Pucynox 2.10. XapaktepHas 3aBUCUMOCTb CPETHETO KBaJpaTa CMEIICHUS aHHOHA
KHCJIOpPO/a B 00BEME MOJICIbHOIO HAHOKPHUCTaJIa OT BpeMeHu. 3nech 1 = 923 K,

Habop motenruanos 1, x = 0.1625.

Ha Pucynke 2.10 mokazana xapakTepHasi 3aBUCHMOCTh CPEIHEr0 KBaJpara
cMmelenns anuoHa <a’(t)> B 00bEMe MopenbHbIX HaHOKpHcTamioB UO, ot
BPEMEHH 3BOJIONUHU cUcTeMbl. ['paduk Ha Pucynke 2.10 xapakrtepusyercs: Tpems
yuacTkaMu. Peskoe Bo3pacranue 3HaueHWM <a?(t)> B HadalbHbIE MOMEHTBI
COOTBETCTBYET HEPAaBHOBECHOMY BbIXOAY OOJIbLICH YacTH aHMOHHBIX BaKaHCHM Ha
MOBEPXHOCTh HAHOKpHCTA/Ta. Ha BTOpOM yuyacTke BBIXOJ] BaKaHCHI 3aMeIsIeTCs,
OCTaBasAChb HeOOpaTUMbIM. TpeTuil, Hanbojee NPOAOLKUTEIbHBINA, YYaCTOK
XapaKTepU3yeTcs JIMHEHHBIM Bo3pacTaHMeM <a?(t)>, 4TO  COOTBETCTBYET
MOCTOSTHCTBY KOHIIGHTpAaIlMM BaKaHCHUl B 00bEME KpHCTaila U TMEepPEeMEIICHUI0

AHHMOHOB KHCJIOPOJa 110 BAKaHCHUAM B KAaUCCTBC MCXAaHHU3Ma I[H(l)(bYBI/II/I.

[ 2]

15

402:,1 1020 pe2

0.5

0 30 60 S0 120 150
BpeMsd [, He

Pucynok 2.11. Cpennuii KBagpat cMeIleHNs aHHOHOB KUCIOPOAa B 00bEME
MOJIETTHOTO HAaHOKPHCTAJIa TPH MaJbIX OTKIOoHEeHUsAx coctaBa UO, 4 oT

crexuoMeTpuu. 3aeck T = 923 K, nadbop norennumanos |, x = 0.0015.
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Koaddunuent auddy3nn aHMOHOB KHCIOPOAA ONPEACTSIM M3 HaKJIOHA
NOCJTIETHETO  y4yacTKa, MCIONb3ysl 0000IIeHHEe M3BECTHOIO COOTHOILICHHUS
OuuHmTeliHa B opme
_1ld<a’>
6 dt

OTMeTuM, 4YTO TpPH MalbIX OTKIOHEHHsX OT crexuomerpun X < 0.002

D (2.2)

PaBHOBECHAsI KOHLIEHTpAIUsl BaKaHCHI B 00bEME KpUCTaJlJIa OKa3bIBajlach HyJIEBO,
Tak 4rto Jud¢y3ud aHUOHOB He HaOmonanock. [Ipumep COOTBETCTBYIOIIETO
rpaduka <a’(t)> mokasan na Pucynke 2.11.

2.3.4. 3aBucumocTtb ko3 dunuenta auddy3uu Kucaopoaa or

CTEXHOMETPHHU

Pucynok 2.12 umirocTpupyeT CBSI3b MEXKIY PaBHOBECHOH KOHIIEHTpaluen
BaKaHCHUM (OTHOCHUTEIIBHO Y3JIOB aHMOHHOU MOAPEMIETKH) B 00BbEME MOJACIBHBIX
HaHOKPHUCTAJUIOB U TapaMETPOM HECTEXUOMETPHH X, KOTOPBIM OIPEIEIISIICA COCTAB
HAaHOKPHUCTAJIOB B LIEJIOM, C YY4ETOM MOBEPXHOCTH. [10s10KEHNE TOUEK MOKa3bIBaET,
YTO pacHpeelIeHUe BAKAHCUN MO KPUCTALTYy ObLIO MPAKTUYECKH PABHOMEPHBIM,
IIPY BCEX KOHIIEHTPAIUAX, HE3aBUCUMO OT Ha0Opa MOTEHIIMAJIOB B3aUMOICHCTBUSI.
B uaeanbHOM ciydae, OTHOCUTEIbHAS KOHIIEHTPALUsI BAKAHCUH U TapaMeTp X ObLIn
ObI cBsi3aHbI cooTHOIIeHHeM [V] = 0.5-X.

Ha Pucynke 2.13 mnpexactaBieHbl pe3yJbTarhl pacuéta kodhduimenrta
muddy3um kuciaopoma npu Temmneparype T = 650 °C (923 K) B 3aBUCHMOCTH OT
crexuomerpun kpuctammia UO, . Bumgno, uto morenmmansr I, 11 u Il garor
NPUHIMIUAIBHO pa3Hble 3HaueHUd kodpduuuenta auddy3un, MakCUMaIbHOE

pacxoxkIeHue KoTopbix gocturaet noutu 500 pas.
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0.16

oW

0.14

[V] = (0.530 + 0.000)x + (957 £0.001)104 .=
0.12

V]

0.1 <>

0.08

AHUOHHOM MOJPEIICTKU

0.06 L0

..-"' ’
0.04 <_>_.--'<> Totentmanst |

< INotennumans! I
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<O IMorennuanst 1
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©

v

KonmuecTBo BakaHCHIT OTHOCUTENHHO Y3JI0B

0 «
0 0.05 0.1 0.15 0.2 0.25 0.3

napamerp HECTEXUOMETPHUH X

Pucynoxk 2.12. OTHOCUTENbHAS KOHLIEHTPAIUs KUCIOPOIHBIX BaKaHCUI B 00bEME,
B 3aBUCUMOCTH OT CTEXHOMETPUHU MOJIeNbHBIX HaHOKpHUCcTaioB UO,.y.

[Toka3zanHoe ypaBHeHHE TIpsiMoit cooTBeTcTBYET [loTeHimanam I.

100.0000 & Mox-07 ()
X © Yakub-09 (I1)
X« « & Busker-02 (111)
10.0000 - X Okcnepument Bayoglu 1984
X Okcnepument Kim & Olander 1981
1.0000 ~ }
. . 32 @ ¢
; S
,\o~ 0.1000 A $§ X ?
= ? $ ? ¢
. ¥
5 °
0.0100 -g ? ?
s ° ?
0.0010 - o $
e
0.0001 T \ \ \ ‘
0 0.05 0.1 0.15 0.2 0.25 0.3

napamMerp HectexuoMmeTpu X B kpuctauie UO,_,

Pucynox 2.13. Koaddutment camoauddysuu kuciopoaa mpu T = 923 K.
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Haub6onee Boicokue koddpuiirenTs! 1udGy3un moIydeHbl C UCTIOIb30BAaHUEM
noTeHuanoB |, campie HU3KHE cOOTBETCTBYIOT noTeHuanam |11, Ilorenumansr 11
MO3BOJIMIIM MTOTYYUTh JIydIllee COBIAJIeHUE pacuéra ¢ IKCriepuMeHToM [ 7/8]. Pacuér
Cc moTeHIManaMu | Takke HE NPOTHUBOPEUYHUT SKCIECPUMEHTAIbHBIM JTaHHBIM,
YUYUTBIBas BBICOKHME 3HadYeHUs Kodddunuenta nuddysun, moaydeHHble B pabore
[54]. Mortenumaner Il sBHO 3aHmkarOT KodduimeHT AUPPY3UH KHUCIOpOa,
OJTHAKO BOCIIPOU3BOJISIT HAOIIOAABITYIOCS B paboTe [54] TEHACHITNIO K TOHIKCHHTO
koahdumenta nuddys3un ¢ yBelIMYEeHUEM OTKJIOHEHMsI COCTaBa KpUCTala OT

CTCXNOMCTPHUH.

In(D,) = (-0.57 £0.02) 5B — (9.8 £ 0.1) In(D,)) = (-0.65 £ 0.01) 5B — (9.7 + 0.1)

-12

-13 R

-14 o Tl

-15 .............. S~ —
i) S
i _16 .-.__"""'. ‘.'~,.'.."..'. ...............
6; . T e
=4 -17

€ Jlorenumais |
-18 ¢ Torenumansr |l
19 ¢ Tlorednmanst 1
- - -Kim&Olander-1981
-20
In(D,,) =(-0.80 £0.01) »B — (9.8 £ 0.1)
-21
4 6 8 10 12 14

KT, 1/5B
Pucynok 2.14. TemnepaTtypHbie 3aBUCUMOCTH Koddpurmenta nuddy3uu

KHUCJIOpoaa B MoebHBIX HaHOKpucTaiuiax UO;-g o37s.

HezaBucumo oT Habopa MOTEHLMATIOB B3aUMOICHCTBHS, MOJEIMPOBAHHE
MpPEeACKa3blBAET OTCYTCTBUE SIBHOM 3aBUCMMOCTH Ko3(duuuenta nuddysuu
kuciopona D ot crexuoMeTpuu npu 3Ha4eHUsAX X B UpokoM auanasone ot 0.05 1o

0.3. DOkcmepuMeHTanbHBIE JaHHbIE [78] Takke YKa3pBAalOT Ha OCJIa0JICHHE
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3aBucuMocTH D oT X mpu yBenuuennu runocrexuomerpun. B skcnepumente [80]
npu 3HadeHusx X nopsiaka 0.2 u remneparypax 2000—-2100 °C [80] koapduniment
mud¢y3un KUCIopoaa OT X MpakTHUeCKH He 3aBucenl. s oOBsICHEHHs] Takoro
pe3yibTaTa MOKHO MPEANOI0KUTh, YTO OJHOBpEMEHHbIE AU(P(Y3UOHHBIE CKaYKU
HECKOJIbKMX aHMOHOB B OTPAHMYEHHOM MTPOCTPAHCTBE 3aTPYAHCHBI.

Ha Pucynke 2.14, B appeHUYyCOBCKUX KOOpAWHATaX, MPUBEICHBI PACCUUTAH-
HbIE B HACTOSIIEH paboTe 3aBUCUMOCTH Koddduimenta audPy3un Kuciopojaa B
mMozenbHbiX HaHoKpucTamiax UOQOz o375 oT o0OpatHoM Temmepatypbl. [lpu
UCIOJIb30BaHUU MoTeHuanoB | u |l, pe3ynbTar cCOOTBETCTBYET TEMIEPATYPHOMY
nuanasony ot 923 K no 1750 K, B cinyuae xe noteHiuanos |11 Bepxuei rpanuieit
nuanaszona Obuta temmepatypa 1T = 2500 K. Ilomyuensl ciemyroiide 3HaY€HUs
DHEPTUU aKTUBAITIN mudy3um: Ep[l] =0.57 3B, Ep[ll] =0.65 5B,
Ep[l11] = 0.80 3B (B kBagpaTHBIX CKOOKaX yKa3aHbl HA0OPHI IOTCHIIHAJIOB).

OtmeTuM, 4To 3P peKTUBHBIC YHEPTUU aKTUBAIMKU TudPy3un kuciaopoaa Ep,
MOJIYYCHHBIC B dKCIIepUMeHTax [54] u [78], oueHb OnmM3KkH MEXIy coO0M, mpuuéM
WX 3HAUYCHUS TPAKTUYECKU HE 3aBUCAT OT CTeXHOMETpuHu. B wactHOCTH, mpu
X = 0.03 B pabore [54] Ep = 0.56 3B, Toraa kax B padore [78] Ep = 0.51 aB. Buzto,
yT0 pacuétHas sHeprus Ep[l] 6im3ka k atum manueiM, 3ueprus Ep[l1] conocraBuma
¢ HUMHU, U ToJIbKO Ep[l11] 3aBbilieHa cylieCTBEHHBIM 00pa3oM.

2.3.5. BeiBoabI

ComnocTaBiieHre pe3yJbTaTOB pacdy€ra C HJKCHEPUMEHTAIBHBIMU JIAHHBIMU
MOKAa3bIBACT, YTO MPHUOIMKEHUE TTAPHBIX MOTEHIIMATIOB 00ECIICYMIIO KOJIUYECTBEH-
HYIO TOYHOCTh MOJEIUPOBaHMs AUPPY3UH KUCTOPOIa B TUIIOCTEXUOMETPHUIECKIX
HAHOKPHUCTAJUIaX TUOKCHIA YpaHa, HECMOTPS Ha 3aBEIOMOE YITPOIIEHNE MOJICIIH.

JlocToBepHbIE pe3ynbTaThl TOMYYEHBI TIPH  HCIOJB30BAHWM HaOOPOB
noTeHuanoB B3aumozeiicTeus | u ll, kotopsie xapakTepu3yroTcs peaTucTUYHbIMU
3¢ (HEeKTUBHBIMU 3apsiiaMu COOCTBEHHBIX MOHOB ypaHa U Kucjopoa. Paccunrannbie
C MPUMEHEHHWEM 5THX MOTEHUUAJIOB 3HauYeHUs kodpduuuenta nuddy3uu npu

temneparype T =923 K maxogarca B amanazone ot 3-10°cm?/c mo 7-10°8 B

nuanaszone 3HaueHui mapamerpa Hecrexuomerpun 0.05 <x <0.275 xoaddunrent
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muddy3un c1abo 3aBUCHUT OT X, YTO COOTBETCTBYET IKCIIEPUMEHTAIBHBIM JTAHHBIM
[54, 78, 80]. Cxoxwuit 3pPeKT MOKET UMETh MECTO B SJICKTPOXUMHUCCKHX STUCHKaX

Ha I'paHUILIC BOCCTAHABIIMBACMBIX KPUCTAJIJIOB UOz C pacCilyiaBOM COJIM, HAIIpUMCP

LiCIl-Li,O.
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3. MOAEJIMPOBAHUE JN®DY3UU I'EJIUA U KPUIITOHA B

JANOKCHUIE YPAHA

Paccmotpena nud¢ys3us OAMHOYHBIX aTOMOB TelIHMS W KPHUIITOHA B
o0béme HanokpuctamuioB UO,. Jlns renusi, 3aperucTpupoBaH MpsMoit
MEKI0Y3€NIbHBIN MeXxaHu3M U dy3un. PABHOBECHBIMH MOI0KEHUSIMU
aTOMOB KPHIITOHA TakXe ObUIM MEXJI0y3elbHbIe MO3ULIMHU, OHAKO B
COCEIHIOI0 TO3UIMI0 aTOM KPHUITOHA IMEPEXOJMsl Yepe3 aHHOHHYIO
BakaHcuo. OOcyxnaercs BIUSHUE BbIOOpa MOTEHIMAIOB B3aWMO-

I[GﬁCTBPIH Ha pC3yJibTaTbl MOACIIMPOBAHUS.

3.1. Inooy3us rejmsa B UO:

Meronuka, onucanHas B ['naBe 1, ucrosnb3oBaHa B HacToAIIEH padoTe st
MOJICKYJIIPHO-TMHAMHYECKOTO MOJICITUPOBAHUS MEKI0Y3eIbHON MU y3un reaus
B kpuctaiie UO;. Pe3ynbTaTsl, MOy4eHHBIE C HCTIOIB30BAHUEM MPEITIOKEHHBIX B
paboTe MOTEHIMAJIOB, COIMOCTABJIEHBI C pe3yJbTaTaMU MPUMEHEHHUS H3BECTHBIX
NMoTeHIMANIOB [58], HE mpeamoiararonuX CYIIECTBEHHOTO CBS3BIBAHUS TEIUS C
okpyxeHueM. IlomydeHHsie 3aBucuMocTH Koddduimenta auddy3ud oT
TeMIlepaTyphl Toka3ansl Ha Pucynke 3.1. JlanHBIe mpeacTaBieHbl B appPEHUYCOB-
CKUX KOOpJIWHATaX, MPH 3TOM BJIOJIb OCH albClHHMCC OTJIOKEHA MpPUBEAEHHAS
oOpatHast Temnepatypa T,/ T.

[IpencraBieHHbBIC PE3yIBTATHI TTO3BOJIMIIA HAM CACATh CISAYIOIINE BBIBOIBI:

1. Pacuérapie korddummentsr quddy3un npu temneparypax Boime 1500 K
(T T <2.0) umeror 3Hadenus B auanasone 1-10%+1-107 cm%/c, ¢ sHeprusMu
akTuBauuu ot 2 1o 2.7 3B.

2. OpdexTuBHbIe 3HEepruu aktuBauuu auddy3un Ea, mpomnopruoHalibHbIE
HakioHam 3aBucumocteit IND(7,,/T), paccuntanubie ¢ moteHimantamu Grimes et al.
[58] B Hacrosmel paboTe U B padote [82], 10cTaTOYHO OJU3KH JI TOTO, YTOOBI
cuntath 00a pacuy€Ta JOCTOBEPHHIMH. Y HAC TIOJIyYeHA DHEPTUs aKTHBAIMH
Ea[Grimes et al.] =2.54 £ 0.07 3B, aBtopwer [82] moayummu Ea[Grimesetal.] =
=2.45B.



65

® [loTteHuuansl |, HacTosas paboTa
-5 @ Tlorennuansi ||, Hactostmas padoTa
— —Pacuer Govers et al. (2009) ¢ norentmanamu Grimes et
al. (1990) .
10 @ Tlotenuunanst Grimes et al. (1990), nacrosiuas pabora
o o~ gl D = (219 5B)KT +0.38 A DOxcrepument Ronchi et al., 2004
N
© b\"'b - " ® Dkcnepument Troceller et al., 2003
-15 10 g . —— Dkcnepument Roundil et al., 2004
" O o &
IND =(-2.695B)KT +1.26 ~ ) * Dkcnepument Bostrom, 1957
~
~
A DO O CaF2, skcniepument Kynpsoxkun A5, [Tonos E.B.,
T
) IND = (-2.01 5B)KT - 4.95 a
£
-25
-a
1
-30 o
D = (-L95 SB)KT-13.79 "M
-35 .
ID = (-1.77 5B)KT - 18.01 T
e
-40 w
1 15 2 2.5 3 35
T./T

i

Pucynok 3.1. CpaBuenue xkodpdummenton nuddysnn He B kpucrammax UO;.

3. Haboper morenmmanoB | u |l pasnuuanuce mnoBeaeHHeM MNOTEHIMAIA
U[He—-0%] na paccrosuusx cBele ~2.5 A. 3HaunMMoe pacxoxkJeHHe JHEpPruu
aktuBaiuu  uddysun  (Ea[l] =2.23B, Ea[ll] =2.73B) mis »tux HabopoB
IIOKA3bIBAE€T aKTyalbHOCTh AalbHellero yroudenuss mortennuana U[He-O%].
Ormerum, uro norennuan U[He—0?] u3z paGorsr [58] (Grimes et al., 1990) no
dbopme U moJsiokeHHIo ONMM30K K Hamemy noteHuuany |l, ornumuasce mMeHbiuein
rIIyOMHOW MUHUMyMa. OHEprus akTuBanmuv Jud@y3uu TPH  HCIIOIH30BaHUU
noreHiuanoB [58] momyuwmiace mpomexyrtouHoin: Ea[Grimeset al.]=2.55B.
MO’KHO MPEOJIOKHUTh, YTO SHEPTHS aKTUBAIIUN MEXKI0Y3eIbHOU TU(Gy31n Teus

B OCHOBHOM OIIPCACIIACTCA IMOJTOKCHHUCM Hyneﬁ IIOTCHIOMAJIOB BBaHMOHeﬁCTBHH, TO
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ecThb >Q(PEKTUBHBIM PaMyCOM aTOMa, MOCKOJILKY Hyau notennuanos U[He—-U*, (]
u U[He—-U*", Grimes et al.] roxe 6muskn.

e B nienom, ko3 puimeHTs Mex10y3enbH0M Auddy3un renus, pacCuuTaHHbIe
B pabote [82], a Taxke B HacTosmied padoTe NpU Pa3IWYHBIX MOTEHIIMAIaxX
B3aMMOJICHCTBHSI, UMCIOT OJWH TOPSIOK BEIMYWHBL. J[151 BBISICHCHHS BIIMASHUS
0Cc00eHHOCTEH (hOpMBI TOTEHIIUATIOB Ha TU()Py31I0 HEOOXOAUMBI JOTIOJIHUTEIHHBIC
UCCJICTIOBAHMSI.

e DKCIIEpUMEHTAJIbHBIE JIaHHBIE XapaKTepU3YIOTCA DHEPIUsIMH aKTHUBALUU
mubdy3un nopsaka 2 5B, kotopple OnM3KM K pacu€éraM B HACTOSIIEH W
npeapiaymux padotax [58, 82]. Tem He MeHee, SKCIIEPUMEHTAILHBIN MEXaHU3M
T y3un MOT OTIMYATHCA OT MEXKAO0Y3€IbHOIO, Ha UYTO YKa3bIBaeT CIEIYyIOIIee
cooOpakeHue:

- 3nayenus kodpdunuenta nuddysuu, u3mMmepeHHsie B padotax [83—87], npu
ONMU3KUX DHEPTUAX AKTHBAIMH, TIO0 3HAYCHHSIM Pa3IHyaloTCs Ha MOPSAAKU. Takoi
pa3dpoc SKCIEPUMEHTAIBHBIX JTaHHBIX XapaKTEpeH /IS MPOIECCOB IepeHoca ¢
ydacThueM Je(pEeKTOB BaKaHCUOHHOTO THUMa (HAampuUMEp, MPUMECHBIX BaKaHCHIA),
KOHIICHTpaIusi KoTophix B oOpas3nax UO; u3 pabdor [83—87] mMorna cymecTBEeHHO
BapbUPOBATHCS.

e Vcnionp3oBaHue KOOPAMHAT Tn,/T TO3BOJMIO KaYyeCTBEHHO CPABHHUTH Ha
oxHoM rpaduke kodhunments quddysuu remus B UO, u B CaF; — ctpykTypHOM
aHajiore, HMEIOIIEM OYEeHb OJU3KUI TMepuoa pemérku (Mpu  KOMHATHOM
TeMreparype acar2 = 5.46 A, ayo, = 5.47 A). PaccMoTpeHHbIE SKCIIepUMEHTAIbHBIE
nanueie 1151 CaF, (pabota [87]) moCTOBEpHO OTHOCATCS UMEHHO K MEKI0Y3€IIbHON
muddy3un. BunHo, uto paccuntanubie 3HadeHus D st apokcuma ypaHna npu Takom
CpaBHEHHUH BITOJIHE COOTBETCTBYIOT 3HAUCHUSIM, H3MepeHHbIM 11151 CaF).

e B »skcnepuMmeHTanbHOM pabote [83] muddy3us remmus wmorja  ObITH
MEXKI0y3€lIbHOM, TOCKOJBKY 3TH JaHHBIC JIeXKAT CPABHUTEIHHO OJU3KO K pacuéTam.

B 1ienom, pesynbTaThl MOAETMPOBAHUS MEXKIOY3eIbHOU AU(GyY3Un Tenus B

JAUOKCHUAC ypaHa MpCACTABIIAIOTCA NOCTOBCPHBIMU. OnHM Mo3BOMIAIOT COMOCTABUTH
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MC)I(I[OYSGHBHBIﬁ MCXaHHU3M MHUI'paln C Oosiee  CIOKHBIMU BapuaHTaMu,

peanu3yoNIMMUCS Ha MPAKTUKE.

3.2. In®dy3usi KPUIITOHA B UO;

3.2.1. AKTYyaJIbHOCTH HCCJIeI0OBAHUS

OaHuM #3 MPOAYKTOB SJIEPHOTO pacnaja B JUOKCUIEC ypaHa SBISICTCS
KkpuntoH. HapaboTka KpUNTOHA B TEIIOBBIX PEAKTOPaX OKAa3bIBAECTCS MPUMEPHO B
7.5 pa3 meHblIel, yeMm kceHoHa [88]. B skcniepumenTanbHoi pabote [89] kpuntoH
OB 3aperucTpUpoBaH B OOMIMX IMy3bIPhbKax C KCEHOHOM, KOJMYECTBAa aTOMOB
KpUIITOHA U KCEHOHA MpPU 3TOM OTHOCWIMCH Kak 1:7. Takum oOpazoMm, XOTs
COZIEp>KaHUE PAJAMOTCHHOTO KPHUIITOHA B SIZIEPHOM TOIUIMBE M Majlo, peHeOperaTh
UM HEJb34. AKTyaJbHO U3y4YE€HHE MEXAaHU3MOB IEPEHOCAa KPUITOHA B OKCHUIHOM
SJIEPHOM TOTLJIHBE.

Kak u B cioyyae KCEHOHa, OCHOBHBIM MEXaHU3MOM BBIXOJA KPHUITOHA Ha
NOBEPXHOCTh KPUCTAJJIOB OKCHJIHOTO TOIUIMBA SIBJISETCS AU(PPYy3Ust OIMHOUHBIX
aTOMOB 4epe3 00beM. Mmeromuecs sxcriepruMeHTalbHbIE JaHHBIE 00 3TOM IpoIecce
B UO; [88, 90] cymiecTBeHHO pacXoasTcs Kak IO BeludyuHe Kod3dduimeHTa
mud¢y3un, Tak U MO0 IHEPTHHM aKTUBAMA. MeXaHWU3Mbl TPAHCIOPTa KPUITOHA
OCTalOTCA HESICHbIMU. KOMNBIOTEpHOMY MOJIETUPOBAHUIO PACTBOPEHUS U
MUTpAllMd KPUNTOHAa B JUOKCHUIE YypaHa OBLJIO TMOCBSLIEHO CPaBHUTEIBHO
HeOobIoe KoauaecTBo padot [91-93]. MeTomom uccienoBanus ObLTH B OCHOBHOM
CTaTHYeCKHE TEPBONPHHIMIIHBIE pacuéThl. Tak, B HemaBHed pabote [92]
MEXaHU3Mbl U 3HaueHus Koddduimenta AupQdy3un KpUNTOHA OBLIU OLIEHEHBI C
ucnojs3oBanuem npuommkenus DFT+U u meroma «nudged elastic band (NEB)».
Tem He MeHee, JOCTOBEPHOTO KOJIMYECTBEHHOTO COOTBETCTBHUS  MEXKIY
pe3ylibTaTaMu MOJCIMPOBAHUS M SKCIIEPUMEHTATLHBIMUA JAHHBIMHU K HACTOAIIEMY
BPEMEHH HE YCTAHOBJICHO.

B pabotax [91] m [93] Ha oOCHOBE MEPBONPHUHIUIIHBIX PACUYETOB OBLIU
MPEJIOKEHBI IMITMPUICCKUE TTapHBIC MOTEHIMATIBI B3amMOeHcTBUS aTomMa Kr ¢

MOHAMU ypaHa u kucinopoza B kpuctaie UO,. DTu moTeHIMATBI TPUMEHUMBI JIJIS1
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MOJIEKYJIIPHO-TMHAMHYECKOTO MojaenupoBaHusi. C UCIOIb30BaHUEM MTOTCHITUAIOB
[93], MeTo1OM MOJIEKYIIpHON THHAMUKH paHee yke Oblia uccienoBana qudysus
KpPUIITOHA B M30JMPOBAHHBIX HAHOKpUCTAIUIaX AWokcuaa ypana [94]. Ilpu stom,
sMnuprdeckue HaOopbl moteHnmanoB [91] m [93] He mpenmosiaraii CHUIBHOTO
CBS3BIBAHUS aTOMa KPUMNTOHA C OKPY)KEHHUEM, IOCKOJbKY YUYUTHIBAIM JIUIIh
OTTAJIKUBAaHUE  TIEPEKPHIBAIONIMXCA  DJEKTPOHHBIX  OOOJIOYEK, Hapsay C
JTUCTIEPCUOHHBIM TPUTSDKEHUEM. MEXIy TeM HMEIOTCS SKCIEPUMEHTAIBHBIE U
pacuetHbie naHHble [60, 95], ykaspiBarommpe Ha BO3MOXXHOCTh OOpa30BaHUS
XUMHUYECKOH CBSI3M aTOMa KPUIITOHA C HOHAMHU Kucioposaa. B padote [60] meTogom
Dmol [96] 6bu1 momyueH moTeHHWan B3auMojeilcTBus mapel  Kr-O%,
XapaKTepU3yIOIIHUICS TIIyOMHOM MOTEHIUAIBLHOM siMbl, paBHOU 1.1 3B. B HacTos-
el paboTe 3TOT NOTEHLHUAI UCIIOJIB30BANIH JIJIS1 MOIEMPOBaHUs TU(PPy3Un KpHUII-
toHa B UO; MeTO1I0M MOJIEKYJISIPHOM TUHAMUKH.

3.2.2. MeToauka Moe THPOBAHUSA

Hccnenyemble B TaHHOW pabOTe€ CUCTEMBbI MPEICTABISIN CO00M MOJEIbHbIE
HaHokpuctauibl UO; okrtasapuueckoil ¢GopMbl, H30JUPOBAHHBIE B BaKyyMe,
BKtovyaBIre 5460 noHoB. B Havasie BBIYMCIUTEIBHOTIO SKCIEPUMEHTA OMHOYHBIN
aTOM KpPUIITOHA pa3MeNaid B OJHOW U3 HEHTPAIBHBIX MEXKI0Y3EIbHBIX MO3UIUH.
Koadpdbunment nuddysun kpuntona D onpenensyiv U3 COOTHOLESHHUS DUHINITEHHA
<a?(t)> = 6Dt, ycpennss cpennekpagpaTuuHoe cMenenne <a’(t)> mo 20 BeramcIu-
TEJIbHBIM JKCIIEPUMEHTaM, ITpu Temrieparypax ot 2325 K no 2800 K. Otmerum, uto
CMEIICHUE aToMa OBbLIO OTPAaHMYCHO Pa3MEPOM KpHUCTAUIMTA. Takum o0pa3om,
COOTHOIIIEHHE OWHIITEHHAa WCIOJb30BAIM TOJIBKO Ha WHTEpBalaX BPEMEHH,
HAMHOTO MCHBIIIUX XapaKTEPHOTO BPEMEHHU, HEOOXOIMMOTO I JTOCTHKCHHS
aTOMOM MOBEPXHOCTH. B oTinune oT npeasiayiiei padotsl [94], BbIXx01a aTOMOB U3
KpHCTaJUIa Yepe3 OBEPXHOCTh HE HAOJI0/1a]I0Ch U3-3a CUIILHOM CBSI3U KPHUIITOHA C
KHCIIOpOJOM. TeM He MeHee, IOBEPXHOCTh MOTIJIa CIY)KUTh HCTOYHHUKOM
JOTIOJTHUTENBHBIX BaKaHCUM, YyCKOpsABIUX Aud@dy3ur0 aromMa KpUOTOHA TIO

CPaBHEHUIO C HEHTPATIbHON 00JIACThIO KpUCTAJLIA.
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B3auMopeiicTBue 4acTHI] MOJIETUPOBAIIN C TIOMOIIBIO SMITUPUUECKUX MAPHBIX
MOTEHITNAJIOB, BKIIOYABIINX, B O0IIEM CTydae, KyJOHOBCKOE CllaraeMoe, BaJICHTHOE
B3aMMO/ICHCTBHUE AJIEKTPOHHBIX 000J0ueK (B popmax bopua-Maiiepa u Mop3e), a
TaKKe JIUCIIEPCHOHHOE MpUTsHKeHue (1.22):

i ij

Hna map U-U, U-O u O-O mapamerpsl (1.22) npunHamiexanu HaOoOpy
norenmaioB MOX-07 [8-9], BoccTaHOBIEHHOMY W3 3aBUCHUMOCTH ITOCTOSTHHBIX
pemetku UO, 1 PUO; ot Temniepatypsl (I'1aBa 1, 3HaueHUs mapaMeTpoB MIPUBEIACHBI
B Tabnuue 2.2). B3aumoneiicreue Kr—U onuchIiBaiy NepBONMPUHIIMITHBIM MapHBIM
noTeHnmasiom  [93] ¢ HewymeBeiMH — mapameTpamm  Agu = 8258.00 5B,
Bkru = 3.53104 A1, Cyu = 18.0624 5B-AS. ITapusiit noteniman Kr—O 6511 B3AT U3
pacuera Dmol [60]. DToT moTeHIMaT ONMUCHIBAI CHIILHOE CBSA3BIBAHUE KPUIITOHA U
Kuciopoja ¢ mapamerpamMu  &xro = 1.10 eV, Sco=1.30A"1, Rmko=242A

(mpyrue napameTpbl TPUHUMAIUCH PABHBIMU HYIIIO).
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Prcynok 3.2. 3aBHCHMMOCTb OT BPEMEHHM KBazipaTa cMelieHus a2(t) oqMHOYHOro

aToma KpunToHa B MojenbHoM kpuctaiie UO,. 7= 2450 K.
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YpaBHEHUS ABWKEHUS YACTHUI[ WHTETPUPOBAIM METOJIOM «C TeperiaruBa-
auem» (Leapfrog) u marom mo Bpemenn At = 3-107° c.

XapakTepHas 3aBUCUMOCTb CPEIHETO KBaJpaTa CMEIICHUS aTOMa OT BPEMEHHU
noka3aHna Ha Pucynke 3.2.

3.2.3. MexaHU3M MUTPAIMU ATOMA KPUIITOHA

MexaHu3M MUTpaIiy aTOMa KPUITOHA MPOaHAIM3UPOBAIIN PHU OTHOCUTEIIHHO
Hu3koil Temmneparype 7' = 2450 K, rapantupoBaBiieil OTCYTCTBUE CYyNEPUOHHOTO
pasynopsigoueHusa Kpucrtaumdyeckon pemerku. Ha Pucynke 3.2 mokasana
BpEMEHHAs 3aBUCUMOCTD KBajpara cMemenus a’(t) oIMHOYHOro aToMa HpH 3TOM
temriepatype. CTyneHu Ha rpaduke COOTBETCTBYIOT OTACIbHBIM TUDPY3HNOHHBIM
CKkaukaMm. PaBHOBECHBIMM MO3HITMSAMH aTOMa KPHUMNTOHA HA ATHUX CTYNEHSIX OBLIH
MEXI0Y3JUsl, B KOTOPBIX MepBas KOOpPAMHAIIMOHHAA cdepa aroMa cocTosjia W3
BOCbMH aHUOHOB KHCJIOPOJIA.

Ha Pucynke 3.3 npeacTaBiieHbl 3aBUCUMOCTH I€KAPTOBBIX KOOPAUHAT X, Y U Z
aToMa KpUITOHA B IpOIlecCe Mepexojia U3 MExI0y3ius ¢ koopauHatamu (0.75,
0.25, 0.25) B monoxenue c¢ koopauHaramu (0.75, —0.25, 0.75). Koopaunartst
BBIDOKEHBI B E€IMWHUIIAX TIIOCTOSIHHOW pemieTku. HecMmoTps Ha paBEeHCTBO
YCPEIHCHHBIX 3HAYCHWH X B Hadaje W B KOHIIC TPACKTOPHH, aTOM H3MCHSLI
KOOPAMHATY X IIPH CKauKe, MPOX0/as BOIM3H TOUkH ¢ kKoopauHatamu (1,0, 0,0, 0,5),
IIc HaXOAWJach AHWOHHAS BakKaHCHA. TakodW Ke MEXaHW3M IepeMeIICHUS
HaOroAaIICs U JUTsl OOJBIIMHCTBA APYTUX NU(PHY3NOHHBIX CKAYKOB.

Mexanusm auddy3un KpUnToHa MO MEKI0Y3IUAM Yepe3 aHUOHHBIC BAKAHCUU
ObT TIOJIydeH TakKe B Mpenpiayiie padore [94], B OTCYTCTBHUE CHIIBHOTO
CBS3BIBAaHUE KPUNTOH-KUCIOPOJ. Pa3HHIIA COCTOWT BO BpEeMEHax HaXOXKICHHS
aToMa B aHMOHHBIX BakaHCUAX. B HacTosmel paboTe aTroM KpWUIITOHA 3aHUMA
BaKaHCUU OYEHb KOPOTKOE BPEMsI, IT0 CPABHEHHIO C MEXKI0Y3CIbHBIMH TIO3UITUSIMHU.
Hampotus, B [94] BpemeHa npeObIBaHUS aTOMa KPUTITOHA B aHHOHHBIX BAKAHCHSIX U

B MCKJI0Y3CIbHBIX MMO3UIUAX ObLIH OIHOI'0 IMOopsJaKa.
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Pucynok 3.3. KoopauHaTel aTOMa KpUIITOHA IIPU NIPBIKKE MEKIY IBYMS

MEXKJI0Y3IUsIMH, B €AMHUIIAX TOCTOSIHHOM peméTku; T = 2450 K.
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B pabote [94] aTom KpunTOHA, 3aHNMAasi aHUOHHYIO BAaKaHCHIO, BRITECHSUT HOH
KHCTIOpOJia B MeX10y3nue. B HacTosiei paboTte onpenenuTs MexaHu3M o0Opa3oBa-
HUSl aHHWOHHBIX BaKaHCHH, y4acTBOBaBIIUX B AU(PQY3UU KPHUITOHA, HE YIAIOCh,
MOCKOJIBKY aTOM 3aHUMaJ 3TH MO3UIIMH CIUIIKOM KOpOTKoe Bpemsi. He nckiouen
TEPMHUYECKUN MEXaHU3M 00pa30BaHUS dTUX aHUOHHBIX BaKaHCHH.

[Ipu Temmepatypax Hmwke 2550K, ycpemHeHwe CpeaHEKBaIpaTHUYHBIX
cMelleHu# i pacdyera kodpduimenta nuddy3un OpLU10 3aTPYAHEHO MO IPUYUHE
Mayiol 9acToThl MU (OY3UMOHHBIX CKAYKOB. J[7Is1 KOHTpPOJISI MPaBUIBLHOCTH pacydera
kodpdumenta AUPPy3un, HaApALy CO CpPETHEKBAIPATUYHBIMUA CMEIICHUSMU
paccMaTpuBaim 4actory audQy3HMOHHBIX CKauykoB kpumnrtoHa f B mguamaszone
temriepatyp ot 2325 no 2800 K, mocTpounu ee TeMIepaTypHyIO 3aBUCUMOCTH B
appeHnycoBckux koopauHatax INf(1/T). TlomyueHHwlii rpaduk moOKa3aH Ha
Pucynke 3.4. 3nauenus Inf(1/T) noxarcs Ha NpsSMyr0 ¢ SHEPrucil aKTHUBAIMH
Ei=4.8 £ 0.53B. [lomy4yennass >Heprusi 3aBbIIEHA 1O CPaBHEHHUIO C SKCIEPH-
MeHTaIbHBIMK JaHHbIMU [88]. C apyro#t cTOpoHbBI, 3TO MeHbIe, dem ab initio
pacueT SHEpruu aKTUBAlMU MexaoysenbHoU nuddysun Kr B pabote [92], rae

Er=8.573B.

w
w o

Inf = (4.8 £ 0.5) 5B / KT + (23 £ 2)

o
Noo

Inf, [1/uc-aTom]
b o

o
o w

.6
L a1
5 2

4 4.2 4.4 4.6 4.8 5 5.2
1/kT,»B

Pucynox 3.4. YacroTa nudpy3noHHBIX CKAYKOB aTOMa KPUTITOHA B 3aBUCUMOCTH

OT TEMIIEpPATyPBl.
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-10.5

-11.5 } InD =(—4.8£0.3) 3B /KT +(9+1)

-12.5

InD, [em?%/c]

-13.5
-14.5

-15.5
4 4.2 4.4 4.6 4.8 5 5.2
1/kT,»B
Pucynox 3.5. Pacuetnsiii koadduimenT nuddy3nn KpunrtoHa B 3aBUCUMOCTU OT

TEMIIEPaTypHl.

Koadduument nuddysuu kpuntona D B HacTosIIeH paboTe pacCUUTHIBAIU 110
COOTHOIIIEHUO DHHIITEIHA pu Temiieparypax oT 2325 K no 2800 K (Pucynok 3.5).
Ero 3Hauenus Haxomarcs B auanasoe oT 5-1077 to 2:10™° cm?/c. Dtu umdphl 0UEHSD
BBICOKM 10 CpPaBHEHHIO KaK C 3KCTpamojisiiuell HHU3KOTEeMIEepaTypHbIX
IKCMIEPUMEHTAIBHBIX JTaHHBIX Ha MOJIEJBbHBIC TEMIEpPaTyphbl, TaK M C OIEHKOM
koddduimenTa MexaoysenbHor auddysmm w3 [92]. Pacxoxagenume ¢
HKCIEPUMEHTOM MOXET ObITh OOYCJIOBJIEHO 3aXBaTOM KpPUNTOHAa B pealibHbIX
KpUCTAJJIaX KATHOHHBIMH BaKaHCHSAMHM M BaKaHCHOHHBIMH KjacTepamu, JHOO ¢
U3MEHEHHUEM, ITPU MOBBIIIEHUN TEMIIEPAaTypbl, OCHOBHOTO MeXaHn3Ma nepexoca. [1o
CPaBHEHHUIO C JMHAMUUYECKON MOJIENbI0 0€3 CYIIeCTBEHHOTO CBSI3bIBAHUS KPUIITOHA
¢ kucyoposioM [93], koapdunreHT nupdy3un yMEHbIIUIICS HAa TOPSJIOK.

Koaddurment mexmoyzensHoi quddys3un u gactora ckaukoB f B mpocreii-

mem TeopeTI/IquKOM HpPI6HI/I)KeHI/II/I CBJ3aHbI COOTHOIIICHUCM
1 2 1 2 —Ep /KT
Dinterstitial :gao - f zgao ) fo'e S (31)

rie ao — 3¢ deKTUBHAS IJIMHA CKayKa, a fp — mpeadkcnoneHInaTbHbIH MHOYKHUTEITD,

c1a00 3aBUCAILLUHI OT TeMneparypbl. B 3Toit Mogenu sHeprus aktuauu qudy3un
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Ep coBmagaer ¢ HAKIIOHOM MPSIMBIX, OMUCHIBAIOIINX TEMIIEPATYPHbIE 3aBUCUMOCTH
KaK 4acTOThl, Tak U kodduiuenta nuddy3un B appeHNYCOBCKUX KOOpAMHATAX
Inf(l/T), InDimerstitia|(1/T).

MogenbHast »¢¢ekTuBHas d3Heprus akTuBauuu Tuddy3un KpUIITOHA
okazanachk paBHoi Ep = (4.8 £ 0.3) 3B (Pucynok 3.5). B npenenax norpemnrsocty,
3TO  3HAYCHHME COBHAJI0O ¢ DJHeprued  akrtuBaumu E;= (4.8 £0.5) 3B,
XapaKkTepu3ymome 4actory AU(PQPY3HOHHBIX CKAYKOB COTJacHO rpaduky Ha
Pucynke 3.4. DkcnepyMMEHTaIbHOE 3HAUEHUE OHHEPruM akTUBaUuu JUPQy3uu
KpUIITOHA HaxoauTcs B auama3zoHe oT 1.4 3B [90] mo 3.2 3B [88]. B oTrcyrcTBUE
cuiibHOTO B3aumojeiicTBus Kr-O mMonenpHast 3HEPTHsl aKTUBALUN MEXKI0Y3eIbHON
muddysun cocrapmsuia (1.00 £0.03) 3B [94]. MoxHO TpEANONIOKUTh, YTO
CBSI3BIBAHME aTOMOB KPHUITOHA ¢ OKpyxeHueMm B kpuctamuie UO, nelcTBUTEIHHO
CYLIECTBYET, OJHAKO OKa3blBaeTcsi Oosiee cCiaOblM, 4YE€M IMPEaAIoJarajioch B
Hacrosiel pabore. Tem He MeHee, HEOOXOIUMBI TOTIOTHUTENLHBIC UCCIIEA0BaHUS
JUIsL CPAaBHEHUS] MOJIEJIBHOTO M pEalbHOI0 MEXaHU3MOB U (y3un KPUITOHA.

Takum 00pa3oMm, paBHOBECHBIMH TOJOXCHUSIMH aTOMa KpUITOHA B
MonenbHBIX HaHokpucTamiax UO, B yCIOBHSX CHIBHOW KPHUIITOH-KUCIOPOIHON
CBS3M  OKa3aIMCh MEXAOY3Tus, C TEepBOM KOOPAMHAIMOHHOW  CQepoH,
00pa30BaHHON BOCEMBIO MOHAMHU KUCIOPOJa. MUTPUPYIOUINi aTOM MEPEXOIUT U3
OJTHOTO MEXIOY3JIMsl B JIpyroe dYepe3 aHWOHHYIO BakaHcuio. KadecTBeHHO
MEXaHU3Mbl PACTBOPEHUS U MEPEHOCA KPUIITOHA HE U3MEHHWIUCH 110 CPABHEHUIO C
Mojienblo  [94], Thoe KPUNTOH-KHCIOPOJHOE MPUTSHKCHHUE OTPAHHYMBAIIOCH
JUCIEpCUOHHBIMU cuiiaMu. [Ipu mepexojie K MOJAENTN C CUJIbHBIM CBS3BIBAHHEM,
sHeprus aktuBanuu auddysuu yeenuuuiack ¢ 1.0 3B g0 4.8 3B, a koadduruent
muddy3un yMEHbIIWICS NPUMEPHO Ha MopsAok. Bpems mnpeObiBanus aroma
KPUNTOHA B AaHUOHHBIX BaKAHCHUAX CYIIECTBEHHO COKpaTWioch. Jlis myudriero
COTOCTABJICHUSI TOJMYYCHHBIX pPE3yJbTaTOB C OKCIEPUMEHTOM HEOOXOAUMO
MOJICJIMPOBAaHUE 3axBaTa AaTOMOB KpPHUIITOHA KATHOHHBIMM BaKaHCUSIMH U

BaKaHCHMOHHBIMU KJIaCTCpPaMHU.
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3.3. BBIBOIbI

[IpuMeHeHne MOTEHIMANIOB B3aUMOJEHCTBUS, MOJCIHPYIOIIUX CPABHUTEINb-
HOE CHJIBHOE CBs3bIBaHME Tenus M KpuntoHa B kpucramwie UO,, He mpuBeno K
OPUHLUNUATGHBIM W3MEHEHUSM MEXaHU3MOB AUPPY3UHM DJTUX aTOMOB IIO
CPaBHEHHIO C NPEIbIIyIIMMU pabOTaMu, TJE€ CYIIECTBEHHOI'O CBS3bIBAHUS HE
paccmarpuBani. Mexanusm auddy3un reaus ocTancs MpsIMbIM MEXI0Y3€JIbHbIM,
TOTla KaKk B CJlydae KpUIITOHA COKPATUJIOCh BpeMs IpeObIBaHUS aTOMOB B
AHUOHHBIX BaKaHCUSX IPHU NEPEXO0Je MEXKIY PaBHOBECHBIMH MEXI0Y3€JIbHBIMU
NO3ULUAMH, TpH 3TOM 3(Q(PEeKTUBHAS SHEPrus akTUBaMU JU(P(PYy3UH KpUIITOHA
Bo3zpocna. K coxaleHHIo, CyIIECTBYIOIIMX OKCIEPUMEHTAIbHBIX JIAHHBIX
HEJ0CTAaTOYHO ISl TOTO, YTOOBI UCIOIb30BaTh UX JIJIs1 BBIOOPA JINOO BOCCTAHOBIIE-

HHUA HAMJTYYIIHUX IMTOTCHIUAJIOB B321PIMOI[€I>1CTBH$I.
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4. BO3JIEMCTBUE BAJLJIMCTUYECKHAX KACKAIOB CTOJIKHOBEHUI HA

ITY3bIPBKH KCEHOHA U I'EJIUA B KPUCTAJIUIAX PuO2. MOJIEKYJISIPHO-
JNHAMUYECKOE MOAEJIMPOBAHUE

MeTtoaoM MOJIEKYJISIPHOM JWHAMHUKH HCCIIEIOBAHO B3aWMOJICHCTBUE
OATMCTUYECKUX KACKaJOB CTOJKHOBEHUH, HHUIIMUPOBAHHBIX ajb(a-
pacnagamu B Kpucrtamuiax PuO,, ¢ KCEHOHOBBIMHU, TEIUEBHIMU U
cMemiaHHbIMM  Xe-He my3bIlpbKaMy JIMHEWHBIX pa3MepoB 1| -2 HM.
[1y3bIpbKH N3YYEHHBIMH KAaCKalaMH HE pa3pylIajgnuch, OJHAKO OTAEIIb-
HbIE€ OBICTPBIE aTOMBI I'eJIMSI U KCEHOHA MOTJIA OTPBIBAThCS OT Yy3bIPh-
Ka, moJry4asi Beicokue 3Hepruu (110 90 % sHeprum kackaga CTOJIKHOBE-
Hul, coctaBisBiei 80 kaB). O6napyxeHa nuddy3roHHass MUTpaITUs
aTOMOB TejMsl B HMOBPEXKACHHYIO KacKaJOM CTOJKHOBEHHH 00JacTb
KPHUCTAJUIMYECKON PEMIETKA. ATOMBI KCEHOHA 3a BPEMs MOJEINPOBA-
HUS He TUPYHIUPOBATIU B pa3ynopsaoueHHY0 obsacte. [Ipu atom,

KCEHOHOBBIE My3bIPHKU MOCTEIIEHHO U3MEHSIIN CBOIO (OopMYy.

4.1. COBPEMEHHOE COCTOSIHUE ITIPOBJEMBI

MexaHnyeckue M TPaHCIOPTHBIE XapaKTEPUCTUKU SICPHOTO TOIUIMBA IPU
OOJy4eHHH B AICPHOM PEaKTOPE MOTYT YXY/IIAThCS U3-3a HAKOTUICHUS TIPOTYKTOB
SJIEPHOTO JEJICHUs. 3HAUUTEIbHYIO JIOJII0 ATHX MPOJYKTOB COCTABISIOT PaJHOIeH-
HBIE ra3bl, B OCHOBHOM KPHUIITOH M KCeHOH. Ha kceHoH npuxoautcs okono 15% Bcex
OCKOJIKOB JeieHus simep ypaHa [97-99], Beixon kpunTona mpumepHo B 7-10 pa3
Hwke [97]. Anbda-pacnan TpaHCYpaHOBBIX HYKIHAOB (Takux kak Cm-242)
npuBOAUT K oOpazoBanuto renus. B MOKC-tomnuBe ckopocTh 00pa3oBaHus reus
moxkeT aocturate 30 % mno otHomenuto k kceHoHy [100]. C yBenmueHuem
BBITOPAaHUs TOIUIMBA IPOMU3BOJCTBO TENUSl YBEJIUUYMBACTCS B T€OMETPUUYECKON
nporpeccun [101].

HakorieHne paJgMOreHHBIX Ta30B B MaTpule OKCHUAHOIO TOIUIMBA
3HAYUTENIbHO CHMKAET €ro TEIUIONPOBOJIHOCTH, YTO CBA3aHO C paccessHueM QoHo-

HOB Ha OJMHOYHBIX aTOMaxX, BHEJPEHHBIX B KPUCTAUIMYECKYIO permetky [102].
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Brixoq aToMOB KCEHOHa M KpPUNTOHA B 3a30p TBAJI-000JI0YKAa CHHXKAET
TEIJIONPOBOJAHOCTh 3a30pa, a TaKXKE MOXKET MPUBOAUTH K HEKEIATEIbHOMY
MOBBIIICHUIO JaBJeHus noj 06onoukoit [103]. CkopocTH HAaKOIUJIICHUS U BbIIEICHUS
ra3oB PaCCUUTHIBAIOT C HCMOJb30BAHUEM MEXAHUCTUYECKUX TOIUIMBHBIX KOJIOB,
takux kak [104-108]. Ilpu sTom MoaensHble Kodhduimentsl auddy3un razon
OOBIYHO MOATOHSIOT MO SKCIIEPUMEHTAIIbHBIE JAHHBIE, XapaKTePU3YIOIIHE PEAKTOP
B HOpMabHBIX ycioBusax [109]. Jlns mporHo3mpoBaHUsS OCOOCHHOCTEH TEpeHoca
ATUX Ta30B B HECTAHAAPTHBIX YCIOBUSX, TAKUX KaK MOBBIIICHHOE BHITOPAHUE WUITU
aBapuu, HEOOXOAMMO JAETAIBHOE BBISICHEHUE MEXAHU3MOB M [TapaMETPOB MUTPALIMH
aTOMOB Ha MUKPOCKOIIUYECKOM YPOBHE.

Panuorennbie ra3pl B MaTpulle OKCHJIHOTO TOIUIMBA OOpPa3yrOT IMy3bIPbKU
pasmepom 1-10 manometpoB [110-111]. MmeroTcst sKCeprUMEHTAIbHBIE PaOOTHI
(mammpumep, uccinenoanne XAFS [112]), moka3sIBaroIIue, 4To My3bIPhKH KCEHOHA
B UO; xapakTepu3yroTcsi TUIOTHOCTBHIO YIIaKOBKH, OJU3KOM K KPUCTATUIMYECKOMY
kceHony (20.4 HM?), ¥ HanMYMeM OIMIKHETO MOPSAAKA B PACIIONIOKEHUM aTOMOB
[112]. dopma Takux my3sIppkoB Onm3ka k chepuyeckor [111, 113]. Cornacho
[112], aToMBl KpUNTOHA HAXOAATCI B TEX JKE ITy3bIpbKaX, 4YTO M KCEHOH.
N3mepeHHoe COOTHOIIIEHNE KOHIIEHTpAIMil KpunToHa 1 kceHoHa (1:7) B my3bIppKax
IPYMEPHO COBMAJAET ¢ OTHOCUTENILHBIM BBIXOJOM ATHX Ta30B IIPH jelieHnH U
[114]. CuuTaeTcs, 4To Teuii HAaKAIUTMBACTCS B TEX JKE My3bIPhKax, YTO KPUITOH U
kceHoH [115].

B Marpuiie siiepHOTO TOIUIMBA MY3bIPbKU Ta3a BBIMOJHSIOT POJIb «JIOBYIICK,
MPETATCTBYIONINX BBIXOAY aTOMOB PaJHOTEHHBIX Ta30B K TpaHUIlAM 3epeH. B
TOTUTMBHBIX KOJaX YJaBJIMBAaHWE W TOBTOPHOE PACTBOPEHHE Ta30B MOXKHO
YUUTBIBATH C TOMOIIBIO AP HEKTUBHBIX K0P IULIEHTOB MU Py3UH, onpeaeisieMbIxX
U3 DKCTIEPUMEHTAIBHBIX NaHHBIX [116-117]. BHOCATCS HEoOXOoAMMBIE TOMPABKH,
COOTBETCTBYIOIINE N3MEHECHUIO YCIIOBUM, TAKUE KaK YBEJIUYCHHE JOTU BBIJCICHHUS
paIMOTreHHBIX Ta30B npu ucnoyb3oBanuun MOKC-TomMmBa BMECTO YHCTOTO
nuokcuzaa ypana, kog FRAPCON [108]. 3nadyenus 3¢ heKTHBHBIX KOAPHHUIIMEHTOB

T Qy3un ONPENEsIOTCS CKOPOCThIO Ta30BBIJIEIEHNS. B CBA3UM CO CIOXKHOCTBIO
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WHTEPIPETAUA IKCIIEPUMEHTAIBHBIX JIaHHBIX, /IS TIOHMMAaHUS MEXaHHU3MOB
oOpa3oBaHUs W pacrajia Ta30BBIX IMy3bIPHKOB HAa aTOMApHOM YpPOBHE aKTyaJbHO
yrcieHHoe moaeauposanue [107, 109, 124-125].

OCHOBHBIM MEXaHHU3MOM IIEPEPACTBOPEHUS PATUOTCHHBIX Ta30B SBISETCS
MOJTHOE WM YaCTUYHOE pa3pyIICHHE Iy3bIPHKOB BBICOKOIHEPTETUUCCKUMU
npoaykramu siepHoro pacmaaa [109, 119]. Ilpennoxkensl aBe 6a3oBbIe MOJIETH
paspymenus. B momemu [120] (Hemwscon, 1969), u3BecTHOM Kak TOMOTEHHOE
nepepactoBpenue [109, 119], ornmenpHble aTOMBI WM HEOONBIINE KOMILJIEKCHI
BBEIOMBAIOTCSI U3 MY3BIPhKA 33 CUET OATMCTUYECKUX CTOJKHOBEHHH C OBICTPHIMU
gactuiaMu. Mozens rereporenroro nepepacrsopenus (Turnbull and Cornell, 1970
[121]) paccmarpuBaeT oOpa3oBaHMe TEIUIOBBIX BcruieckoB (thermal spikes) mpu
TOPMOXEHUU OBICTPBIX YacCTHUI 3JEKTPOHHOW mojcucreMoi. B 3Toil Moxpenu
My3bIPbKU Pa3pyIIAIOTCS TEIJIOBBIMHU BCIIECKAMH, BO3JIEHCTBYIONIMMU Ha 00BEM
ny3plpbka «u3HyTpu». (OO0 MoJenM HCHOJb30BAIUCH B  MOJEKYJSIPHO-
JTUHAMAYECKOM MOJICTTUPOBAHMH TIporiecca rmepepactoBpenus razos [103, 115, 122-
126].

B pabore [122] c wucnomb30BaHWEM OJHOW W TOH K€ MOJICKYISIPHO-
JTUHAMUYECKONW MOJieTu ObUIM COBMECTHO HCCJIEIOBAHbI KaK TOMOTEHHBIM, TaK U
TeTepOreHHBI MEXaHM3MBbI TIEPEPACTBOPEHUS] KCEHOHA B JNUOKcHie ypaHa. [lpu
ATOM, CKOPOCTH TOMOTEHHOTO U TE€TEPOTCHHOTO TIEPEPACTBOPEHUS TIPH OJHUX U TEX
K€ DHEpPrusix, InepedaHHbIXx My3sIpbky (B mpenenax 100 xoB), paznmuanuck
NpUHIMNHANRHO. B pesymprare OaTMCTHYECKOTO yaapa W3  ITy3bIPHKOB,
conepxkaBmx 70 1500 aromoB, BeIOMBasioCh HE Oojee TpeX YacTUl, OTPHIB
KOTOPBIX TPOUCXOIUI 3a JECAThIE JOJM MUKOCEKYHJIBI TOCNe CTONKHOBeHUs. C
JIPYrOM CTOPOHBI, CO3JaHHME TEIUIOBBIX BCIUIECKOB MPHBOJMIO K JOKATHHOMY
TUIABJICHUIO KPUCTATMYECKON PEIIETKH, COMPOBOXKIABIIEMYCS HWHTEHCHBHBIM
BBIXOJIOM aTOMOB KCEHOHA W3 My3bIpbKOB. [Ipu 3TOM, 4nCIO TIEepepacTBOPEHHBIX
aTOMOB JIMHEMHO 3aBUCEII0 OT DJHEPruu, NEPEJaHHOW Iy3bIpbKY. TeroBbIe
BCILIECKH ¢ 3Hepruei 10 3B/atom BeI3bIBaIN OBTOpHOE pacTBopeHue oT 60 1o 100

ATOMOB M3 ITIY3bIPbKAa B KPUCTAJUNIMYCCKYIO MAaTPUILY.
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PacmmpenHoe wuccienoBaHHe TETEPOTEHHOTO pa3pylIeHHs Iy3bIPbKOB
kcernoHna B UO, Ob1710 IpOBEIeHO B HenaBHeH padote [126]. Dta paboTa oTiamganack
pPEATUCTUYHBIM YYETOM SHEPIHH MPOIYKTOB JCJICHUSI ypaHa C HCIOIb30BaHUEM
AKCIIEPUMEHTATBHBIX JaHHBIX [127-129]. B pesynpTaTe paccuuTaHHBIC CKOPOCTH
pPacTBOPEHHSI KCEHOHA OKa3aJluCh B Mpejenax CYIIECTBYIOIIMX AMIUPHUUYECKUX
omenok (0.26—1.2-10%/c [121], 3.2-10%/c [130-131], 2-4-10%/c [132-133]).

B pa6ore [115] mpoBeacHO MOJICKYJSIPHO-TUHAMUYECKOE MCCIICIOBaHUE
paspylieHusl My3bIPbKOB TENUs B JTUOKCHAE ypaHa 3a CUYeT OalTUCTHYECKOTO
B3aMMO/ICHCTBUS C KackaJaMu CTOJIKHOBeHUM. [1y3bippku uMenu pasmep ot 2 ao 4
HAaHOMETPOB, cojepxkanu 328—1712 aToMOB renusi, SHEPrUU JKE€ KACKAJOB
Haxonwmch B nuanazoHe oT 10 mo 50 x3B. HemocpeAaCTBEHHO W3 ITy3BIPBKOB
KacKkaJaMu BBIOMBAJIOCH HE 00Jiee HECKOJBKUX aTOMOB, aHAJIOTHMYHO TOBEJICHUIO
KceHoHa B [122]. Bmecte ¢ TeM, HabmogaICs Ipyroi MEXaHU3M MepepacTBOPEHUS
renus, a UMEHHO Au(Qy3us aTOMOB Ta3a B pa3ylOpPSIOYCHHYIO KacKaJaMu
CTOJIKHOBEHHM KPUCTAIUTMYECKYIO PEIIETKY.

B GonpmmHCTBE paboT, paCCMOTPEHHBIX BHINIE, JJIT MMHUTAITMH MEKJacTHY-
HBIX CHJI MCIIOJh30BAJIMCh TapHbIC MOTEHIMAIbl B3auMojeucTBus. Tak, pabote
[122] B3ammMoneiicTBHE COOCTBEHHBIX MOHOB YpaHa M KHCIOPOAa MEXAy CoOOi
onuchiBaM noTeHnuaaamu Mopenona (Morelon et al. [134]), a B3aumoericTBre
KCeHOHa ¢ noHamu — norenimaaamu Geng et al. [135]. BzaumoneiictBue atoma He
¢ nonamu B kpuctamre UO, B padore [115] mpencraBmsian moTeHnmagamu [58]
(Grimes et al., 1990), paccunranubiMu MeTo10M XapTpu — Doka. BeicokosHepreTH-
YECKHE CTOJKHOBEHHMSI B YCJIOBHSX OQNTUCTUYCCKUX KACKAZOB MW TEIJIOBBIX
BCIUIECKOB ~ MOJCIUPOBAIM C  TIOMOIIBIO  W3BECTHOTO  JKPAHHUPOBAHHOTO
KyJioHOBcKoro mnotenimana ZBL [51]. PaGora [126] ornnyanach mpuUMEHEHHEM
HOBbIX ToreHnmanoB [136] u [137] (Cooper et al., 2014 u 2016) kak mis
cooctBeHHBIX MOHOB UQO,, Tak W g KCEHOHA. JTH TMOTEHIUANBI BKIHOYAIOT
MHOTOYaCTHYHBIC B3aMMOJICHCTBHSI, YTO IO3BOJUJIO WX aBTOPOM KOJHMYCCTBEHHO
BOCIIpOU3BECTH TeMmriepaTypy rmiaBienus kpuctamia UQO;. Tlapable moTeHIMANBI

BSaHMOHeﬁCTBHH reivmdga ¢ HWOHAaMM KHCIOpO/Jd, YypaHa HW INIYTOHHA ObLIH
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npoaHaau3upoBaHbl B [ 1aBax 1-2 HacTosieit paboTsl. [l KCeHOHa, aHAJIOTUYHbIS
MOTEHIIUAJIBI PACCMOTPEHBI HIXKE.

CymectByromue paOOThl, MOCBSIIEHHBIE MOJIEKYJISIPHO-THHAMUYECKOMY
MOJICITUPOBAHHUIO BO3/ICHCTBHUS KACKaI0B CTOJKHOBEHUM U TETVIOBBIX BCILIECKOB Ha
My3bIPbKM KCEHOHA M TEJIMS, OTHOCSTCS B OCHOBHOM K JIMOKCHAY ypaHa. Jlumib
HenaBHO banGoa ¢ coaBropamu (Balboa et al., 2018) B padote [31] uccnenoBanmm
ABOJIFOLIMEO KACKAJI0B CTOJIKHOBEHUU IS SHEPTUM 110 75 K3B B CMEIIaHHBIX OKCUIAX
(UyPui-y)O,. OpHoli M3 OCOOCHHOCTEH TUTYTOHHI-COACPIKAIIEro TOILIMBA 10
CPaBHEHMIO C JUOKCHJIOM ypaHa SIBJISETCS CYIIECTBEHHO OoJiee BBHICOKAs 4acToTa
CIIOHTAaHHOTO anb(a-pacriagja KaTHOHOB © 0Oojiee BBICOKOE COJICpP)KAHHE
paauoreHHoro renusi. B nanHoit pabote Mbl CpaBHMBaeM MOBEICHHE KCEHOHOBBIX,
TeIMEBBIX W CMEIIAHHBIX TEIUH-KCEHOHOBBIX KiactepoB B PUO, mon BiusHHEM

KacKaJI0OB CTOJIKHOBEHHH, CO3/1aBaeMBIX SIPOM OTHauu anbda-pacnana [103].

4.2. METOIUKA MOJEJIMPOBAHUS

4.2.1. MoaesibHas cucTemMa

B pabGote paccMoTpeHbl cepuyueckre TrelMeBbie U KCEHOHOBBIE ITY3bIPHKH
pasmepamu ot 1.2 no 2.2 M, comepxkapmue ot 80 g0 320 atromMoB remusi, IM0O
32 — 108 atomoB kceHoHa. [1ogo00HbIE My3BIPHKU HAOTIOAAIOTCS SKCIIEPUMEHTAIBHO
[110-112]. MopenbHbIe KOHIICHTPALIMKA KCCHOHA U TSNS B My3bIPbKaX COCTABJISUIH
1 u 3 atoma Ha TPUBAKAHCUIO, COOTBETCTBEHHO. [Ipy KOHIIEHTpaLUIX BBILIE 3TUX
3HAYEHUH JTaBJIICHUE B MY3bIPbKaX PE3KO YBEJIUUYMBAIOCh. Y KA3aHHOE PABHOBECHOE
ra3ocojiep>kaHie HaXOJMUTCS B COTVIACHH C DKCIIEPUMEHTAIbLHBIMU JTaHHbIMU [110-
112]. Takue >x€ paBHOBECHBIC pa3Mepbl W 3alOJHEHHE IMY3bIPHKOB ObLIN
TEOPETUYECKH MoJTydeHbl B padote [118], rae sHeprus cBs3u aTOMOB yMEHbIIIAIACh
C YBEJIMYEHHEM pa3Mepa My3bIPbKOB M JOCTUTala NOCTOSTHHOTO 3HaueHus 0.28 3B
1151 pa3mMepoB 20 TpUBaKaHCUM U BBIILIE.

Hapsny ¢ my3sIlppbKamMu W3 YHUCTOTO Tefiusg U KCEHOHA B HAcTosIIeH pabore
MCCIIEIOBaHbl CMEUIAHHBIE MY3bIPbKH, BKIFOYABIIINE KaK KCEHOH, TaK U TeJInil. XOTs

HaM HCHU3BCCTHBI OKCIICPHUMCHTAJIbHLIC Ha6J'IIOJICHI/I$[ TaKHUX ITIY3BIPBKOB, U3BCCTHO,
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YTO KPUOTOH MOKET MPUCYTCTBOBATH B Iy3BIPhKaX BMECT€ C KCEHOHOM B
COOTHOIIIEHUH, OJM3KOM K OTHOIIEHHUIO CKOPOCTEH HapaOOTKH 3THUX Ta30B B
peaktope [112]. [doist renus B MOJACTBHBIX CMEIIAHHBIX IMy3bIPhKaX COCTaBIISLIA
0k0110 30 %, B aTOMHBIX JOJIAX.

bamuctuyeckue kackajibl CTOIKHOBEHUM MHULIIMUPOBAIN OBICTPBIMU HOHAMMU
ypaHa-235, 4To0bl MMUTHPOBATh BO3ACUCTBHE fJ€p OTAAYM OT ayb(pa-pacnana
w1yToHusA-239. HMoHbel ypaHa-235 uMenu KUHETHYEeCKyro 3Hepruto 87.7 k3B,
COBIAAIONIYIO CO CPEIHEH dHeprueii spa oTaauu npy anb(a-pacnazie aapa 2°Pu.

MopnenbHble Ta30Bble My3bIPbKH pa3Mellaifl B IEHTPE H30JIMPOBAHHBIX
KpuctamnToB PUO; kyOmdeckor (OopMbl, TUHEHHBIN pa3Mep KOTOPBIX COCTaBIISLI
32 noctosiHHBIX perietku (17.3 HM) Bo Bcex Tpex HampabieHusx (Pucynox 4.1).
Hannume  cBOOOmHON  MOBEpXHOCTH  OOecmeunmBano  OeCHpemnsTCTBEHHYIO
nedopMalMio KpucTajula TpU Ppa3BUTHM KackKajla CTOoJKHOBeHMH. Kackazbl
co3dgaBaJii Ha paccTossHMM OT 1.5HM 10 2.3 HM OT UEHTpa Iy3bIpbKa.

PaccMaTpuBaiu pa3inuHbIe HAIIPABICHUA BEKTOPa CKOPOCTH HOHA 0TAaun U,
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Pucynok 4.1. MogaenbHbIit kpuctamuut PUO; u renuneBsiid my3sipek u3 312 atomoB
B HayaJie BRIYUCIUTEIBHOIO AKCIIepruMenTa. [1oka3zaHbl KATHOHBI TUTYTOHUS,

AHWOHBI KMCJIOPOJAa HE I/I306pa)KCHBI, AJI YIydIICHUSA HAarJIaAHOCTH.
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4.2.2. B3aumojeiicTBHEe aTOMOB KCEHOHA ¢ OKPY:KEeHHEM

B3anMopeiicTBue BCeX 4YaCTHI] MOJCIMPOBAIN TMAPHBIMU TOTCHIIHMAIAMH,
OCTpOeHHBIMH Ha 0aze Habopa MOX-07 [8-9], koTopsle mpu OONBIINX YHEPIHIX
CTONKHOBEHHH, Ha paccTosHusx Menee 0.1 A, ObITH MPOROIKEHBI TTOTEHIMATAMU
AKPAaHMPOBAHHOTO B3aumojiecTBus saep ZBL, kak »to ommcano B Inase 1.

HOTCHHI/IaJIBI BSaHMOIIGfICTBI/ISI aTOMa KCCHOHA C OKPYKCHHUCM TAKIKC ITPCACTABIIAIN

B ¢hopme (1.18):

Uy (Ry)=K 49, A exp{-By; Ry + Ay exp{-By; Ry} + Ay exp{-By; Ry}
1] 1 E R R ’

ij ij

rae I, ] — MHIEKCHI YacTull, Rjj — paccTosHHE MEX 1y YacTUIAMM I, J.

AHaNnoOrnyHo noTeHuMa€am, pacCMOTpEeHHbIM B [ 1aBe 1, mapameTpsl GpyHKIMH
(1.18) mist kceHOHA OBUTH MOJOOpPaHBI TAaKUM 00pa3oM, YTOOBI IKPaHUPOBAHHOEC
oTTankuBanue saep ZBL BocnpousBoamiock Ha paccTosHUAX, MeHbInx 0.1 A.

Ha cpemHuX pacCcTOSHUSX MOPSIIKA aHTCTPEM, TTOTCHIIMAIBI B3aUMOIEHCTBUS
KCEHOHA C MOHAMU TUTYTOHUSI M KHCJIOPOJa OCHOBBIBAIM HA MEPBOMPUHIIUITHBIX
pacuetax Apyrux aBTopoB [58] u [138]. B nanbHelineM COOTBETCTBYIONTUE HAOOPHI
MOTEHIIMaI0B 0003HaYeHbl puMckumu mudpamu | [58] u Il [138]. Pacuérnbie
nanubpie [58] u [138] B Hacrosmel padoTe ObUIH anMPOKCUMHUPOBAHBI (DYHKITHEH
(1.18) B quanasoHe paccrosHuii ot 1.5 10 4 A. B na6ope |, norennuan U[Xe-Pu*']
noJaranu copnafaroimM ¢ norennuanom U[Xe-U*], mockoneky monsr Pu** u U%*
UMEIOT U302JICKTPOHHBIE BHEIIIHUE S- U P-3JIEKTPOHHBIE 000I04KHU. [JomycTUMOCTh
TaKOTO TPHOJIMKCHUS TTOATBEPIKIACTCS MPEBONPUHITUITHEIMU pacyeTaMu (HampHu-
mep, [137]), koTopsle narot Gnuskue notennuansl U[Xe-Pu**] u U[Xe-U*].

BzaumopeiicTBie atroma Tenusi ¢ MOHAMU KHCIOpOJa, TUTYTOHHMSI W ypaHa
onuceiBanu ITorennuanamu | 3 I'map 1-2. [{nsa map Xe—He, He—He u Xe—Xe Ha
CPEIHUX PACCTOSHUSAX UCTIOIB30BAIM dSMIUPUIECKHIE TTOTEHIATBI, BOCCTAHOBJICH-
HbIe M3 DKCIEPUMEHTAIbHBIX JaHHBIX, IMOJIYUEHHBIX B Ta30Boi (asze [139].
3Hauenusi napametpoB mpuBeneHsl B Tabmuue 3.1. Mcnons3oBanue OO0NBIIOTO
KOJIMYECTBA 3HaYaIuX Hudp 00yCIOBIEHO BHICOKON YyBCTBUTEILHOCTHIO (PYHKIIUN

(1.18) x 3HAYEHHUAM TTAPAMETPOB.
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Tabmuma 4.1.

HapaMeTpLI IMHOTCHIMAJIOB BSaHMOHCﬁCTBHH KCCHOHA C MOHAMH ypaHa, IIYTOHHA U

KHCJIOPOJa, a TAKKC KCCHOHA U I'CJINA MCIKIY coOoi

Iapa A1, 3B B, A1 Az, 3B B, A As, 5B Bs, A

Xe-0% | 2123.49 | 2.40064 | 0.003704 | 10.867 | 4189.67 | 5.2624

Xe-U*| | 4721.81 | 2.21495 | 0.003704 | 10.8669 | 62821.62 | 4.87963
Xe-Pu** | | 4721.81 | 2.21495 | 0.003704 | 10.8669 | 62821.62 | 4.87963
Xe-O% Il | 39397.1 | 4.13033 | 0.003704 | 10.867 |36727.11 | 33.1545
Xe-U* Il | 3147769 | 5.05607 | 0.003704 | 10.8669 | 433954 | 5.04466
Xe-Pu** Il | 2348883 | 4.94631 | 0.003704 | 10.8669 | 409202 | 5.32803
Xe-Xe 4739.37 | 2.44121 | 0.003704 | 10.8669 | 34921.7 | 4.83077
He-Xe 1493.05 | 3.10809 | -0.66563 | 5.38453 | -0.002 | 0.912592
He-He 75.0261 | 3.34829 | -0.98013 | 1.71234 | -0.00207 | 0.839161

Jliis KceHoHa, 31ech U nanee, [lorenmmans | ocHoBaHbI Ha pacuérax [58] (R.W.

Grimes et al., 1990), [Torennumansi 1l — Ha pacuérax [138] (A.E. Thompson et al.,

2014).

ypaBHeHI/IH ABWIKCHUSI HWHTCIPHUPOBAIIM METOAOM «C ICPCHIArMBaHHUCM)> H

marom At = 7.8:107Y" ¢, uto B 10 + 50 pa3 MeHbLIE IAroB, OOLIMHO IPUMEHIEMBIX

A1 MOACIIMPOBAHUA OKCHUAHBIX TOINUIMBHBIX KPHCTAJJIOB 0e3 BBICOKOOHCPICTHU -

YECKUX CTOJIKHOBEHUU.

4.3. OBCYKJIEHUE PE3YJbTATOB

4.3.1. DHeprusi ny3bIpbKOB, B3aMMO/1€iiCTBOBABIIUX € 0AJIJIMCTUYECKUM

KaCKaJa0M

KOHerTHBIe KOJIMYCCTBA aTOMOB KCCHOHA U I'CJINA B ITY3bIPbKaXx IMPUBCACHLI B

Tabmune 4.2. 3aech, C0S(0) — 3TO KOCHHYC yria, 0]l KOTOPBIM BEKTOP CKOPOCTH

AApa oTAauun OBLII OpPHUCHTHUPOBAH OTHOCUTCIIbHO HAIIPABJICHWA HAa HCHTP ITy3bIPbKaA.

B yactHOoCcTH, COS(0) = 1 03HaYaeT, YTO AAPO OTAAYM ABUTATIOCH MIPSAMO K LIEHTPY.
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Ta6numa 4.2.
[TapaMeTpbl BEIYMCIUTENBHBIX SKCIIEPUMEHTOB

Bbiu. 3kc- | KoamuyectBo | KosimdecTBo Ha6op

NePUMEHT aToMoB Xe aromoB He | morenmuaion cos(6)
1 92 36 I 0.923
2 92 36 I 0.886
3 92 36 I 0.911
4 94 30 I 1.000
) 26 6 I 1.000
6 92 36 I 0.923
7 104 0 I 0.923
8 104 0 I 0.911
9 80 72 I 0.886
10 80 72 I 0.911
11 32 0 I 1.000
12 0 312 I 1.000

OHepruu, mnepenaBacMble MY3bIPbKY OT sApa OTJAaYyud WM  Kackaja
CTOJIKHOBEHMH, HaxomuJuch B aumana3zoHe oT 1503B mo 79.9 kaB. Ilocaennee
3Ha4YeHue cocTaBiieT 91 % oT HavuabHOW 3HEpruu sapa otaayu. Bo Bcex ciyyasx
SHEprus my3blpbka nagana Ao 3HadeHuil Hmke 500 3B B Teuenue nepsbix 0.1 mc
nocie ynapa. Ha Pucynke 4.2 moka3aHa 3aBUCHUMOCTh DHEPTUU OT BPEMEHM st
BbIUKCIUTENLHOrO dKcrepumenTa Ne 7 (Tabmwuima 4.1), rae my3sIpéK MOJIydHa OT
s/ipa OTJAa4l MaKCUMAaJIbHYIO SHEPTHIO.

Kak BugHo Ha npumepe Pucynka 4.2, sHeprusi OaJuIMCTHUECKOTO KackKaja
CTOJIKHOBEHHI TMepeaBaiach My3bIpbKaM CpaBHUTEIBHO OBICTPO, 3a BpeMs B

npenenax 0.08 mc.
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Pucynok 4.2. DHeprust my3bIpbKa 1MOCJIE B3aUMOJICHCTBUS C SAJIPOM OTJauH, B
3aBUCUMOCTH OT BpeMeHU. [oka3aHbl JaHHBIE 1JI BRIUUCIUTEILHOTO

skcriepuMenTa Ne 7 u3 TaGmuier 4.2.

B TaOnune 4.3 comocTaBlieHbl 3SHEPrHM, IOJYyYEHHbIE KCEHOHOBBIMU
y3bIPbKaMU B CXOXHUX BBIYMCIIUTENIbHBIX SKCIEPUMEHTAX, PAa3JINYABIINXCS TOJIBKO
noTeHuanamMu B3aumonencteuss (Habop | mmbo Il). Bugno, uro mnpu
ucnonp3oBanuu [lorenumanoB Il my3slppkM KCEHOHa MOdy4Yald B CpEIHEM
3HAUUTENIBHO OO0JbIIyI0 3Hepruto, yem npu IloreHumanax |, yTo MoOXkeT OBITH
CBs3aHO ¢ Oousbiied xkéctkocThio [lorenmmanoB |l mpu BBICOKMX BHEPrUsxX
B3aumojeicTBus. B kpaitHem npaBom crosnbiie Tadmuiet 4.3 npuBeneHb BpeMEHa,
32 KOTOpBbIE MAaKCUMAJIbHAS DHEPTHUS My3bIpbKa MOHMXKanack B 10 pa3. Otu BpeMeHa
OT BbIOOpA MOTEHIIMAJIOB HE 3aBHCENU. VIHTEHCUBHBIN HEProoOMeH IpU HCIOJIb-
3oBanuu [lotenmanos || HeCKOIBKO yBETMYMBAI YHUCIO BEICBOOOKIAEMBIX aTOMOB
(Tabnuma 4.4). OTMETHUM TaKXKe, YTO B CMEIIAHHBIX My3bIPbKaX, aTOMbI KCEHOHA

MoJIydaJii 3Ha4YUTCIIbHO 6OJII>HIYIO QHCPIUIO 110 CPAaBHCHHUIO C aTOMAaMM I'CJINA.
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Tabmuna 4.3

BHGPFI/II/I, MEpCaAaHHbIC OaAJIMCTUYECCKUMU KaCKkagaMHi KCCHOHOBBIM

IIy3bIpbKaM
HanpasJienue JHepruu, Bpems cHuKeHus B
IToTeHuuaabI
(cos 0) B 10 pa3, ¢c
I 2624 7.0
0.923
1 79885 5.5
I 464 7.0
0.911
1 14067 7.8
I 271 7.8
0.886
1 68126 7.0
20 O Xe-Pu+4 Iorennwman |
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Pucynok 4.3. IloteHumansl B3aMMOACHCTBUS aTOMa KCEHOHA C HIOHOM ILTyTOHHS
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Pucynok 4.4. IloTeHunanbl B3auMOJIEHCTBHS aTOMa KCEHOHA C MOHOM KUCIIOpO/ia

Ha6opel morenuumanoB | u Il comocraBnensr mexay coboii Ha PucyH-
kax 4.3—4.4. Bugno, uro norennuan Xe—Pu** u3 HaGopa |l umeer cymecrseHHO
OOJBIIYIO KECTKOCTh MO CPAaBHEHMIO C HaOOpoM |, a Takke ¢ 3KpaHMPOBAHHBIM
KyJOHOBCKUM ToTeHImanoM ZBL. B nuanasone paccrosauii ot 0.1 A 1o 2 A s1o
O3Ha4YaeT OONbIIEE OTTAIKMBAHME, TOrJa KAaK HA pacCTOSHUAX cBbime 2 A —
YCKOpPEHHOE OcJabyieHue B3auMOJEHCTBUS. AHAJTOTUYHBIM 00pa3oM, B HECKOJIBKO
MEHBILEN CTENEHH, Pa3IMYaoTca U noTeHuans Xe—0%. MoKHO IpeAnonoKuTh,
YTO HWMEHHO JKECTKOCThIO moTeHnmana Xe—Pu** onpenensmace sHeprus,
nepenaBacMasi KCEHOHOBOMY Ty3bIpbky. Ha Pucynke 4.5 mokaszaHbl NpuMeEpbl
pacnpeziesieHus aTOMOB TeJIMsl TI0 CKOPOCTSIM TIOCTIE B3aUMOJICHCTBUS TE€JIMEBOTO
My3bIpbKa C KaCKaJg0M CTOJKHOBEHHUI, B MOMEHT MaKCUMyMa CyMMapHOU dHEPTUU
ny3bIppka. BuaHO, 4yTO 3TH pacnpeneneHusl He SBISIOTCS MAaKCBEUIOBCKUMH, UX

MaKCUMyMbl CIBHHYTBI B CTOPOHY Oojlce HM3KHX 3HAYECHUH OHCPIUH.
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MOI[CJ'H/IpOBaHI/Ie IMoKa3aJio, 4TO pacupecaAcCIICHUC aTOMOB B ITY3bIPBKE 110 CKOPOCTAM

CTaHOBHMJIOCH MaKCBEIUIOBCKMM 3a BpeMeHa nopsaaka 1.5-107 ¢,
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Pucynok 4.5. PacnipeesieHre aToMOB refiisi B y3bIpbKe M0 SHEPTUSIM NpU

MaKCUMyM€ CYMMAapHO# HEPTUH My3bIpbKa: a) B3aUMOJICHCTBUE C KaCKaJI0M,

MHUIMATM3UPOBAHHBIM Ha pACCTOSIHUM 1.5 HM OT IIeHTpa my3bIpbKa; D) xackan

ObLJT THUIIMATM3UPOBAH Ha PACCTOSTHUU 2.3 HM OT LIEHTpa.

4.3.2. IlepepacTBopeHHe KCEHOHA U TeJINS
B Tabnuue 4.4 mnpuBeneHbl [aHHBIE, XapaKTEPU3YIOIIHE YCTOWYUBOCTH

My3bIPHKOB K Pa3pylIEHUIO KacKaJamMu CTOJKHOBeHWH. Mcrnosb3oBaHa Ta ke

HyMepalMsl BBIYMCIUTENbHBIX JKCIEPUMEHTOB, yTo U B Tabmnuue 4.2. Ilpu
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3anonHeHun TaOnuipl 4.4 cyuTany, 4TO aTOMbl MOKHHYJIHM Iy3bIPEK, KOTJIa HX

CMeIeHus TIpeBhIany 4 noctosHuble pemetkn (21.2 A).

Ta0mnuma 4.4

Bausguue 0amincTHYECKUX KaCKaaoB CTOJIKHOBEHMU Ha Ta30BbIC ITY3bIPBKH

ATOMBI,
Oxcne- | MakcuMaiabHasi JHEPTHs, MakcuMaJIbHoe
MOKHHYBIIHE
pu- 3B nepemenieHune, A L
My3bIPEK
MEHT
Iy3bipék | Xe He Xe He Xe He
1 8460 6040 27.1 24.8 40.3 1 4
2 1550 761 11.1 24.9 37.6 1 3
3 6260 5980 194 58.0 48.0 1 10
4 296 15.3 4,57 28.7 46.9 0 5
5 156 17.2 3.34 7.35 11.7 0 2
6 29200 13500 21.1 31.1 26.5 2 8
7 79900 68550 — 35.5 — 5 —
8 14100 10600 — 20.5 — 2 —
9 76400 73150 20.4 78.1 51.0 1 27
10 1100 622 120 10.4 29.3 0 4
11 2330 1490 — 29.2 — 2 —
12 5740 — 5635 — Beixon™ _ 2

npeaenaMu my3bIpbKa.

“* ATOM BBIILIEN U3 MOJIEIBHOTO KPHCTAJIIA YEPE3 TOBEPXHOCTB.

“ ATOMBI TE€nMsi CUMTAIUCH IIOKUHYBINMMH My3BIPEK, KOTJA MX CMEIICHHS
npesocxoauan 4 mocrosHHble peméTtku (21.2 A). Brixom aToMoB KceHOHa

PETUCTPHUPOBAJIN BHU3YaJIbHO, IIOCKOJIBKY TAKHMC aTOMbI OKA3bIBAJIMUCH HAJICKO 3a

Hy3BIpI)KI/I, KaK TICIIMCBBIC, TdK M KCCHOHOBBIC, IIOJIHOCTBIO KaCKadaMH

CTOJIKHOBEHHMI He paspyiaiuch. BMecTo 3TOro, U3 my3bslpbka BHIOMBAIUCH JIUIIb

HECKOJIbKO aTOMOB. Takoe moBeJieHUe My3bIphKOB HA0JII01ali U APYTHe aBTOPHI B
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npeapiaymux padorax [115, 122]. BeicBoOOXkaeHHE OBICTPHIX aTOMOB MPOUCXO-
JUJI0 TIPAKTUYECKH B «MOMEHT yJlapay Kackaja 3a BpeMs, CYIIECTBEHHO MCHBIIIEE
IIepUO/Ia TEMIOBBIX KoneOanuii aToMoB, okoo 1-107% ¢ (puc. 2-5).

DHeprusi Kackaja IepelaBajlachb OTICIbHBIM aToMaM, KOTOpPbIE MOTIHU
OTPBIBaThCS OT IMy3bIpbKa, MO0 OCTaBaThcad B HEM. B mepBoM citydyae ocTalibHas
4acTh Iy3bIpbKa IMOJIy4ajia OTHOCHUTENIBHO HEOOJBIIYI0 SHEPrui0, COOTBET-
CTBYIONIYIO JIOKaJIbHOW TeMmriepaType B mpenenax 2500 K. DHeprum BbICBOOOXK-
JAEMBIX aTOMOB JOCTUTAIM ThICAY 3JIEKTPOHBOIBLT (10 70000 3B mpu Iloren-
ruaziax 1), o0coOeHHO BRICOKMMU 3TH 3HAYCHHUS MOTJIN OBITh JJII aTOMOB KCEHOHA.

Ha Pucynke 4.6 mpeacraBieHa xapakTepHash 3aBUCHUMOCTb CMEIIEHUS
BBUICTEBIIETO W3 IMy3bIphKa OBICTPOTO aroMa KCEHOHa I OT ero sHepruu E B
koopauHarax I VS IN(Eo/E). 3aecy Eo — HauBbIicmias sHeprus atoma. [lodutm Bes
sueprus (73150 3B) 6buta notepsina atomom 3a nepseie 0.08 nic. Ero cmenienue 3a
310 BpeMs cocTaBuiio 60 A, 4TO COOTBETCTBYET TOPMO3HOMN CIIOCOOHOCTH CPEJibl
|dE/dx| = 1220 5B/A. Ananoru4ssiM 06pa3oM, OTAENbHBIE OBICTPBIE ATOMBI TS
BBIXOJIMIM M3 «YHUCTBIX» TEIHEBBIX ITy3bIPHKOB (HApUMEpP, BBIYUCIUTEIBHBIN
sxcrepumeHT Ne 12 B Tabnure 4.1, Pucynok 4.7).

ATOMBI KCEHOHA, JTAXKE TIPH IMOTYyYEHUN OOJBIITUX SHEPTHI, MOTJIH OCTaBaThCS
B Mmy3bIpbke. Torga, mX JHEpPrusi MOCTENEHHO pachpeensiiach MO0 OCTAIbHBIM
atoMaM. CpemHssi SHEpPrus aroMa COOTBETCTBOBAlA JIOKATBHOW TeMIepaType
ny3sipbka Bbimie 20 000 K. Ilox nokanbHOM TemmepaTypod 37ech MOHUMaeM
BEIMYMHY, paBHasg JIBYM TpPETSIM CpEAHEH KWHETUYECKOW OHHEPTUU aTOMOB
2/3 - <Eiin>, BBIpaXCHHOW B KeJIbBMHAX. JTa BbBICOKAas OSHEPrus Kiactepa

yMEHBIIAIach Ha HOPSI0K 3a Bpems ~1072 ¢,
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Pucynok 4.6. XapakTtepHble 3aBUCIMOCTb CMEILICHHS OBICTPOTO aTOMa KCEHOHA,
BBLICTAOIIETO M3 My3bIpbKa, OT BPEMEHH U OTHOCUTENIBbHOM sHeprun E/Ey. 3aech
Eo — mMakcumanbHas sHeprust atoma. [loka3zaHsl JaHHBIC IJIs BEIYHCIUTEILHOTO
skcriepuMenTta Ne 9 u3 Tabmui 4.1 u 4.4. 3aBUCUMOCTH OT BpEMEHH OTpaHUYEHA

MEPBOX MUKOCEKYHJIOW, ISl BBIIEJICHUS HAYaJIbHOTO YYaCTKa.
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Pucynok 4.7. IIpouecc BbIxoja ObICTPBIX aTOMOB T'€JIHS U3 Iy3bIpbKa.
HNHTEeHCMBHOCTD 1[BETA aTOMa MPONOPLHUOHATIbHA JIOTapU(PMy KMHETUYECKOU

sHepruu. Bpems, npoieniiee ¢ MoMeHTa yaapa sapa otaadn: 8 ¢c (a); 24 ¢ (b).

[Ipu penakcanuu CMENIAaHHOTO TEIMH-KCEHOHOBOTO ITy3bIphbKa aTOMBI TeIHUs
OBICTPO MEPEXOAWIN U3 IEHTPATHHOM 00JIACTH KJacTepa BO BHEIIHIOK 00J1acTh,
TPAaHUYAIYI0 C KPUCTAUIMYECKOW MaTpuile. OTO MOrjao OBbITh BBI3BAHO
WCITOJIb30BAaHUEM ITOTCHIIMATIOB B3aMMOJICHCTBHSI, MOJICTUPYIOMIUX OTHOCHTEIHHO
CUJIbHOE CBSI3BIBAHHE TEIUs ¢ KaTHOHaMU Kpucrasuia. [Tocie Bo3neicTBUs Kackaaa

CTOJIKHOBEHHMM aTOMBI TI'€lIus BBICBO60)KI[EUII/ICB C TMOBCPXHOCTH IIY3bIPbKAa,
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1 (y3MOHHO TMEpeMelasich B TMOBPEXKICHHYIO KacKaJoM KPUCTALTMYECKYIO
pemeTky. DTOT mpolece 3aKkaHduBancs B Tedenne 5-10712 ¢, mo Mepe nocThKeHus
aTOMaMU TpaHuI] TOBPEXACHHOM o0mactu. Kinactepsl aToMOB KCEHOHA OCTaBaINCh
KOMIIAKTHBIMH, OJHAKO HM3MEHSUIM (OpMY, MPEAMNOJIOKUTEIBHO BBITATUBASCH B
CTOPOHY PaIMAIIMOHHOTO TIOBPEXKICHHS KpUCTaLTHUecKoi perietku (Pucynok 4.8).
4.3.3. Bausinue my3pIpbKoB Ha ¢opMy 1oJis aedopmanum, co31aBaeMoro
0AJLNIMCTHYECKHM KACKAA0M

Pe3ynbTaThl paboThl TOKA3BIBAIOT, YTO Ta30BBIC MMy3BIPHKU, KaK T€IIMEBHIC, TAK
U KCEHOHOBBIC, BIUSAIOT Ha (OPMY M MPOTHKEHHOCTh OISl AedopMaiuii, co3na-
BAa€MOI'0 KacKaJoM CTOJKHOBeHUH. [IpuMepnl Takux mnosei, GopMHUpOBABIIHUXCS
Mocjae MPOXOXKACHUS KacKaJoM TeIHEeBOTO ITy3bIpbKa, IpHUBEICHBI Ha Pucy-
Hok 4.9 a,b. Jlns cpaBuenus (Pucynok 4.9 c), mokazano moyie jaedopmarimid,
CO3JJaHHOE TaKUM K€ KacKaJoM CTOJIKHOBeHHH B 0Oe3gedextHoM PuO,,
XapakTepusyrolieecs 3aMEeTHO 00jiee CUMMETPpUYHOHN (HOpMOii.
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Pucynox 4.8. Kondurypanusi cMemanHoro my3bipbka Xe-He, noBpex1eHHOTro
MOJIETIbHBIM KacKaJIOM CTOJIKHOBEHMI, OJyYeHHAas! B UUCICHHOM HKCIEPUMEHTE
Neo 6 u3 TaGauiel 4.1. AToMBI KCEHOHA MOKa3aHbl chepamMu OOJIBIIETO pa3Mepa,
reJvii - MeHbIIMMU. Bpemsi, mpoiueziiee ¢ MOMEHTa yiapa, cocrasiisier 13 ric.

PI/ICYHOK IIOATOTOBJICH C UCIIOJIb30BAHUCM IIPOTPAMMHOI0 obecnieueHus I

Busyanu3anun VESTA [140].
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4.3.4. IloporoBble 3HEPTrUM CMELIEHNS AaTOMA KCEHOHA

OHeprus, IepegaBaeMas KCEHOHOBOMY Iy3bIPbKY IPU HUCIOJIb30BAaHUU

HOTeHHI/IaJIOB ”, OKa3ajlaCb CYHICCTBCHHO Ooiece BBICOKOﬁ, UM IIpU HUCIIOJIb30-

Banuu [lotenmnuanoB |, 4To 0OBsICHSIEM pa3HUIIEH B KECTKOCTH MOTeHUHANIOB. C

1enapl0  JanbHeimero comnoctaBieHust IlorenmuanoB | u Il, MBI paccuntanu

MIOPOTOBBIE PHEPIrUU CMEIICHUsI aTtoMa KceHoHa B HampasieHusx [100], [110] u

[111], ucnome3ys ob6a Habopa.
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Pucynok 4.9. Ionsa nedopmariiuii, co3naHHble KackaJgaMu CTOJIKHOBEHUM MOCIE

BBaHMOHeﬁCTBHﬂ C I'CJIIMCBBIMU ITY3bIPbKaAMMU: a) KaCKaJd MHUIIHUAJIN3UPOBAH HA

paccrostaud 1.5 HM OT IIeHTpa My3bIpbKa; D) Kackaj MHUIMATM3UPOBAH HA

paccTostHuM 2.3 HM OT LEHTpa; C) KacKaJ B OTCYTCTBHE ITy3bIPbKa.
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[Tox mOporoBoyM 3HEpruer CMENIEHNsI aTOMa KCEHOHA MOHUMAajld MUHHAMAJb-
HYI0 KHHETHYECKYIO JHEPTHi0, HEOOXOIUMYIO JJIS CMEIIECHUS aToMa U3 TEPBO-
HaYyaJIbHOM TO3UIMU B JIPYTO€ PaBHOBECHOE MOJIOKEHUE, TIPU YCIOBUU, YTO €IO
HCXOJTHAsI CKOPOCTh UMEET 3aJJaHHOE HarpaBiieHue. [loporoBbie SHEPTUN CMETIIEHUS
KceHoHa Eg paccumThIBaM METOI0M, MpeIoKeHHBIM B pabote [141] (Xiao et al.,
2012). AToM KceHOHa pa3Mellald B IEHTPE HAHOKPUCTala, BHYTPH
AIEKTPOHEUTPATHHONU TPUBAKAHCUU — KOMILJIEKCA, BKIIOYABIIETO OJIHY KATUOHHYIO
W JIB€ AHWOHHBIC BAaKAHCHHU, PACIIOJIOKEHHBIC PSAOM. ATOMY TNpPHCBaUBAIU
BBICOKYIO KHHETUYECKYIO DHEPTHI0 Eo, BEKTOpP CKOPOCTH OPUEHTHPOBAIH B OJTHOM
n3 Tpéx wnHampaBinenuit: [100], [110] mm6o [111]. 3Hauenmem Eq cumTanm
HAaWMCHBINYI0 SHEpPrui0 Eog, Tpw KOTOpOH aToM KCEHOHAa HE BO3BpaIiayics B
UCXOJIHYIO TO3UIMI0 B TeueHue 1 mc. PesynbTaThl pacu€ToB MNPUBEICHBI B
Ta6nuue 4.5.

Tabmuua 4.5

HOpOFOBBIe OHCPIUHU CMCIICHUA, PACCUUTAHHBIC OJIS1 OAMHOYHBIX aTOMOB

KCEHOHa
Kpucramiorpagpuyeckoe IloporoBas 3Heprus cMmeleHus, 3B
HanpaBJieHHe IMorenumnaJisl | Morennmnansr |1
[100] 375 327
[110] 305 84
[111] 110 20

N3 npanupix Tabmuust 4.5 BugHo, uto npuMeHeHue I[lorenuuanos |l
3HAQYUTEJIBHO CHWXKAJI0 TOPOrOBBIE DJHEPIUM CMELIECHHsS IO CPABHEHHUIO C
[ToTenmanamu |. YcTaHOBUTH JIydllIMi U3 JBYX HaOOpOB MOTEHIMATIOB B paMKax
HacToALIEeH paboThl HEe MpelcTaBisieTcss BO3MOXKHbBIM. [loka3aHo, 4yTO yTouHEeHHE
IIOTEHLUAJIOB B3aUMOJCHCTBHS aTOMa KCEHOHA C OKPYXKXEHHUEM SBISIETCS
MPUHLIUITHAIBHOM 3a1a4€il ISl YIYUIIECHUs] MOJIEKYIAPHO-IUHAMHUYECKUX MOJIEIIEH

HaKOIUICHHUA U IICPCHOCA KCCHOHA B KPHUCTAJJIAX OKCHIHOI'O TOIIJIIMBA.
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4.4. BBIBOJbI

PaccMmoTpeHHBIE 0aNTMCTHYECKUE KACKaIbl CTOIKHOBEHHI B TIPUHITUIIC MOTYT
CIYyXHTh  MEXaHHU3MOM  pa3pylIeHUs NYy3bIpbKOB  KCEHOHa W  Teius,
00eCTIeYNBAIOIINM TIEPEHOC PATMOTCHHBIX Ta30B U3 00hEMa OKCHIHBIX TOTUTMBHBIX
KPHCTAJUIOB Ha TIOBEPXHOCTh M TPAHMIBI 3epeH. B X0Je BBIYMCIMTENBHBIX
IKCIIEPUMEHTOB, OT ITy3bIPHKOB OTPHIBAJIOCH HE 00Jiee HECKOIBKHX aTOMOB, YTO
MOJKET O3HaYaTh CPAaBHUTEIHLHO HU3KYIO HHTEHCHBHOCTH IIEPEPACTBOPEHHUS Ta30B 32
cueT OaJUIMCTHYECKUX KacKajgoB. MoJenbHbIe KacKalbl CTOJIKHOBEHHH MOTIIH
YBEIMYMBATh DHEPTUIO IMy3bIPhKa JIO 3HAYCHUH, COOTBETCTBYIOIIMX JIOKAIBHOM
temneparype no 20 000 K. Kackaapl Taxke crnocoOcTBoBanmu AUQPHY3HOHHOMY
NEepeHOCy Teusi W3 TMYy3bIPhKOB B  PaJHallMOHHO-TIOBPEXKACHHBIE 00JacTH

KpHUCTaJLIA.
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5. BBIXO/I BEHIECTBA C IOBEPXHOCTH KPUCTAJIJIOB PUO: ITOJ
BO3JIEMCTBUEM BAJUIMCTUYECKHNX KACKAJIOB CTOJIKHOBEHUI

[IpoBeneHO MOJEKYISAPHO-TUHAMUYECKOE MOJCIUPOBAHUE PaCIIbLIC-
HUS BEIECTBAa C MOBEPXHOCTU HaHOKpHUCTALIOB PuO,, BBI3BIBAEMOTO
OQITUCTUICCKUMH KacKaJlaMH CTOJKHOBCHHM, CBS3aHHBIMH C ajab(a-
pacnazoM IUTyTOHUS. 3apEeTUCTPUPOBAH BBIXO] KaK OJMHOYHBIX HOHOB,
TaK W KJIACTEPOB, COJCPKABIIUX O HECKOJBKUX COTEH YaCTHII.
[Tomy4yeHHbIE pacmpeneneHus] KJIAaCTEPOB IO pa3MepaM XapaKTepH-
3YIOTCSI OTHOCHUTEIHHO BBICOKUMH BEpPOSTHOCTSIMH OOpa30BaHUS
Oonpmx kjactepoB. CyMMapHas KHHETHYECKas SHEPIrUsl BBICBO-
00XKTaeMOTO MaTepuaja JOCTHraja JECATKOB IMPOIEHTOB OT IOJHOMN
SHEPruu Kackaja CTOJKHOBeHUU. OTHeNbHBIC MOHBI, KaK IUTyTOHUS,
TaK ¥ KHCJIOPOJa, MOTJH IMPUOOpeTaTh KUHETHYCCKHE YHEPTUM JI0
HECKOJILKHX TBICSY DJIEKTPOH-BOJIBT. DJICKTPUICCKUN 3apsij] KIacTePOB
B OOJIBIIIMHCTBE CIIy4aeB ObLI OJIM30K K HYJIIO, U3pe/iKa HAOIIOAaINCh

KJIACTCPbI CO 3HAYUTCIbHBIMHA OTPULIATCIIbHBIMUA 3apAaaMH.

5.1. BBEAEHUE

PazBuTune smepHO SHEPTETUKU CTAaBUT MPOOJIEMY BHIOPOCA B OKPYKAIOIULYIO
cpelly onacHbIX anb(a-u3IydaroluX U30TONOB, Takux Kak 22Pu, 2°Pu u 21Am. B
cilydae siIepHOM aBapuu CYIIECTBYET OMACHOCTh ISl BIIBIXaHUSI JTFOJIbMHU a3pO30JIeH
anb(a-u3aydaromux akTHHI0B. O0aydeHrne paOOTHUKOB aTOMHOM TPOMBIIIIICH-
HOCTH a3pO030JIIMHU TUTYTOHHUS OCTAeTCs MPAKTHYECKH BaKHOW Tpolsiemoit [142].
OCHOBHBIM MEXaHU3MOM OUYUCTKH JIETKUX OT PAJAMOHYKIIUOB SBIISIETCS UX MEPEXO0]]
U3 TBEPJIOH (a3bl a’dpo30Jjs B JETOYHYIO KHIKOCTh M B KPOBOTOK. J[71s1 m3ydeHus
mpoiiecca OYHCTKMA JITKUX HEOOXOIMMO TOHUMAaTh MEXaHU3MBI Iepexoja
aKTUHUJIOB B OKPYXKAWOIMIyl0 cpeny. B ciydae MajaopacTBOPUMBIX B BOJIE
COCIMHCHWIA aKTHWHHJIOB, TAaKUX KaK JHWOKCHJ TUTYyTOHHS, CKOPOCTHh BBIXOJa

PaMOAaKTUBHOTO BEIIECTBA W3 TBEPJOi (pa3bl ompenensercs B3auMOJEHCTBUEM
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AJep OTAAUH O-pacrajia ¢ MOBEPXHOCTHIO KPUCTAJUIA, €0 YACTUUHBIM Pa3pylIeHUEM
Y TIOCJIEYIOIINM PacblJICHHEM BEIECTBA.

B pabotax [142-145] ObuT onCaH MEXaHU3M II€PEeX0/1a IIYTOHMS U3 TBEPIO0M
(azbl a3p030JIsI B OKPY>KAIOIIYIO KUAKOCTh BOLY. ABTOPBI OKAa3aIl 3HAYUTEIbHYIO
pasHMIly B CKOpPOCTsAX pacTBopeHus 2°°PuQO; u 2*PuQ,, npeanonokus, uTO
NPUYUHON SIBIIAETCS pa3jinuue B YACIbHOW aKTUBHOCTH HM30TOIOB ILIYTOHUS TIO
OTHOIIICHUIO K O-pacray.

DKCIEPUMEHTAIBHO YCTaHOBJICHO [142, 146], 4TO Martepuarl,
BBICBOOOKJAIOIHIICS C MOBEPXHOCTHU KpucTamia PUO; mpu KOHTAKTE C KUAKOCTHIO,
COZICPKUT HaHOpa3MepHbIC yacTuIlbl. B padote [142] konTakT kpuctamioB PUO; ¢
JUCTUJIMPOBAHHOM BOJION IPUBOIMII K 00Opa30BaHUIO YaCTHUI] pazMepoM 10 10 HM.
B pa6ote [146] (J. Diel u J. Mewhinney) oOHapy keHbI YaCTHIIBI OJIM3KOTO pa3mMepa
B oOpasmax JEero4Hod TKaHU KUBOTHBIX. C JApyrod CTOPOHBI, MPU KOHTAKTE
kpuctamuioB PUO; ¢ BakyyMOM reHepalivs HaHOpa3MEpPHBIX YacTHUIl He HaOJr01aIach
[142].

JleTanbHBIX MOJIENIEH B3aMMOIEHCTBUSI TPOIYKTOB O-pacmaja ¢ MOBEPXHOCTHIO
KpucTayia aBropamu [142-146] nmpemnokeno He Obuto. IlpencraBiseT mHTEpec
MIPOTHO3WPOBAHNE UHTEHCUBHOCTH BbIXOJ[a MaTepuaja ¢ TOBEPXHOCTH JTUOKCHIIOB
AKTUHUJIOB B 3aBUCUMOCTH OT OKPY’KaIOIIECH Cpenbl, a TaKXKe pachpelecHus
TCHEPUPYEMBIX YacTHI] O pasMmepam. [[msi pemeHus 3TUX 3a1ad MOXKET OBITh
MOJIE3HBIM KOMITBIOTEPHOE MOJICITUPOBAHNE.

B macTosmeit pabote mpoBeneHO MOJEKYJISIPHO-AMHAMUYECKOE MOAEITUPO-
BaHWE pACTBIICHUS JUOKCHIA TUTYTOHHS C TIOBEPXHOCTH HaHOKPHCTAJIIOB,
M30JMPOBAHHBIX B BaKyymMe. MeToarKa OCHOBaHA Ha MPEABIAYIIEM HCCIIeI0BAaHUN
[147], rtne w3yyanu pacnbuicHre PUO,, BBI3BaHHOE MPHUIIOBEPXHOCTHBIM alib(a-
pacmaioM U  COOTBETCTBYIONIMM  OQJJTUCTUYSCKMM yAapoM OT Kackajza
CTOJIKHOBEHHI. MaTepuai BRICBOOOKAaJICS B (DOpME OJJMHOUYHBIX HOHOB, HEUTPAITh-
HbIX MoJiekya PUuO,, a Takke KJIacTepOB U3 JECATKOB M COTeH MoJjekys. Llenbio

HACTOAIICTO HUCCICAOBAHUA CTAJI0O YTOYHCHHUC TIPCABIAYIIUX  PC3YJIbTATOB
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JOITOJIHUTCIbHBIMHA pvaéTaMH, a4 TaKKXC aHaJIn3 pacrpCacICHUs BBIOMBAEMBIX

kinactepoB PUO; o pa3mepy u SHEpruu.

5.2. METOJIUKA MOJEJTUPOBAHUS

MogenbHast cuctema MpeAcCTaBisiia coOOM H30IMPOBAaHHBIA B BaKyyMe
kpuctaut PuO, kyOuueckoit dopmbl, cocrosmuii u3 393216 wuoHOB
(Pucynok 1.2). JIuneiinslit pazmep KpuctajuiuTa coctaBui 17.3 HM. s umutanuu
aKkTa anb(a-pacmnaga B CUCTEME CO3/1aBali ObICTPBIN HOH ypaHa-235, 3aMeniaBInii
OJIMH U3 NOHOB IJIyTOHUS. BBICTpOMY MOHY NpHCBaNBaId KHHETUYECKYIO SHEPTUIO
87.7 x»B. Hanpapienne HadagbHON CKOPOCTH 3TOr0 MOHA OTJA4M BHIOMPAJIOCh
OTJENBHO 7Sl KaXK/I0TO BBIYUCIUTEIHHOTO IKCIiepuMenTa. [1o Mmepe aBukeHust noH
OTJa4M B3aUMOJICHCTBOBAJI C OKPY)XEHHEM M CO37aBaj OaNIMCTUYECKHI KackKan
CTOJIKHOBEHU.

WHTerpupoBanue ypaBHEHMH JBMXKEHUS TPOBOJAUIIOCH METOJOM  «C
nepemaruBaHieM». B HayanbHbIII MOMEHT HOHBI paciojaraii B y3jiax UaeanbHON
pemietku. MM TOpUOUCHIBAIM CKOPOCTH, COOTBETCTBYIOIIHME pPacHpeleICHUIO
Makcemna npu temriepatype T = 300 K. Tepmoctar B X0/e MOACIUPOBAHUS HE
UCITIOJIB30BAJIM, YTOOBI HE U3MEHATh HCKYCCTBEHHBIM 00pa3oM CKOPOCTEN OBICTPBIX
YACTHLI.

[llar MHTErpUPOBaHUs MO BPeMeHU ObLI BEIOpaH paBHbIM 7.8-1077 . Takoii
miar obecrneurBai yAOBIETBOPUTEIBHOE COXPAHEHUE MEXAHUYECKOW HHEPrHuH BO
BCEM JIMara3oHe YHEPTHil OBICTPBIX YACTHII, PACCMOTPEHHBIX B paboTe.

[Torentmanel B3aumMoaencTeusg onrcansl B [ 1ase 1.

5.3. [IOPOrOBASI SHEPT U1 CMEIIEHUSI KUCJIOPOJIA

Jns mpoBepKM MOJEIM M TOTCHIIMAJIOB B3aWMOJICHCTBUSL ObLIa OIlEHEHA
MOPOTOBasi PHEPrUs HEOOPATUMOTO CMENICHHsS] MOHOB KHCIIOpoja Ey B umCThIX
okcunax UO, u PuO,. Ha mepBoM »5Tame AaHHOTO pacuera HCMOJb30Bajaach
MeToauKa, npeiokeHHas B [141] (H. Xiao et al., 2012). B coorBercTBHH € 3TOM

MGTOI[PIKOﬁ, OOHOMY M3 LCHTPAJIBHBIX MOHOB KHUCJIOpOAa IpUJaBaJid BBICOKYIO
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KHHETHYECKYI0 dHepruto FEp. BexTtop ero cKopocTh OpHEHTHpPOBAIN BIOJH
Kpuctayorpaduueckoro Hanpasienus [ 100], yemy cOOTBETCTBOBAIN HAMMEHBIIINE
3HaueHuss Eq xuciaopoma mist oxcumoB ThO,, CeO, m ZrO, B pabore [141]. B
KaueCTBE 3HAYCHUS TTOPOTOBOM dHEPTUH CMeIIeHUs Eq B BRIOpaHHOM HampaBlIeHUN
NPUHUMATN HaUMEHBIIYI0 dHEpruto Eo, Mpu KOTOpOi aHMOH HE BO3BpAIIalCs B
UCXOMHBIA Y3l PpEmeTKH B TEUYeHHe | IMc MOJEKYISIPHO-THHAMUYIECKOTO
MOICTUPOBAHUSI.

Wcnonp3ys moaxon [141], Mbl MOJydusid CJCIyIOIIME MTOPOTOBBIC 3HAYCHUS
SHEPrUM HeOOpaTHUMOT'0 CMEIIeHUs Kuciaoposa B Hanpasienuu [100]: Eq[UO,] = 31
3B n E4[PuO;] = 333B. B ciyuae UO;, 3HaueHue 3aBBIIICHO 1O CPaBHEHHUIO C
AKCTIepUMeHTalbHON pexomenanuei [148], pasroit 20 3B. Jannsix nmo PUO; Ham
He u3BecTHO. Cs10 u 1p. B pabote [141] momy4unim ciieayroniie moporoBble SHEPTHH
cMmeneHns kuciopoga B Hampasienuu [100]: Eq[ThO,] = 17.5 sB, E4[CeO;] =
20.03B, E4[ZrO;] = 14.05B. Takum oOpa3oM, B ciydae CTpPOro BbIOOpa
HanpasieHuss [100] pe3ynbTaTbl HAIMX PACUYETOB MPEACTABISIOTCA HECKOIBKO
3aBBIIICHHBIMHU.

B pa6ore [149] (B. Dacus et al., 2019) ans pacdera MOpOroBOH SHEPTUU
CMEIICHUS  WCIHOJIb30BAINCH  CIIy4ailHbIe  HAMpaBICHUS  TEPEMEIICHHUS
OTHOCUTEJIBHO Oceil cuMmmeTpuu Kpuctawia. [lo anamoruu, B HacTosied padote
paccMOTpeIu TpU CIAyYaHBIX HAMNpaBJICHUS HAYAJIbHOW CKOPOCTH OBICTPOTO
aHWoOHa, OM3kuX K HarpasieHuto [100], Ho He coBmamaBmKX ¢ HUM. HanMeHbIme
3HaueHus Ey ObLIM MOMy4YeHBl B HANPABJICHHUH, 33J]aHHOM C€IWHUYHBIM BEKTOPOM
(0,91, —0,33, 0,24). B stom HampaBieHur Mbl nonyuwnn Egq[UO;] = 223B u
Eq[PuO;] = 28 3B. O0a 3HaucHHs cuMTaeM BEpXHUMH OllcHKamu Eq4 kuciopona,
MOJIYYCHHBIMA B paMKaxX JaHHOW paboThl, TOCKOJIbKY MOTJIM CYIIECTBOBATh
HaIlpaBJICHUS, B KOTOPBIX TIOPOTOBAs JHEPTHUS CMEIICHUS IOJIYYHJIach ObI emié
MEHBILIEH.

Ouenka Eq[UO;] = 22 5B Gnu3ka k sMmmupudeckoii pekomerngaiuu 20 3B u3
[148]. B [138] m1s motennuanoB MopenoHa ObL10 monydeHo 3Hauenue Eq[UO,] =

15 »B; norennuansl basaka (Basak et al. [40]) nanu Gonee Boicokoe 3HaueHue Egq
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= 30 3B, a ma norenmanoB Kynepa (Cooper et al. [150]) u SIky6a (Yakub et al.

[56]) oHo coctaBmiio 35 3B.

5.4. B3AUMOJIEMCTBUE BAJUIMCTHYECKNX KACKAJIOB CTOJIKHOBEHHIA C

MOBEPXHOCTHIO KPUCTAJLINTOB KYBUUYECKOMN ®OPMBbI

5.4.1. Xapakrep B3auMOAeCTBUA 0ANJIMCTHYECKUX KACKAI0B C

NMOBEPXHOCTHIO

JlnnaMyka pa3BUTHS OATTUCTUYCCKUX KACKAJOB CTOJKHOBEHHUI B HACTOSIIEH
paboTe KauyeCcTBEHHO COBMAJacT ¢ M3BECTHBHIM MojeiaupoBanueM [29] u [31]. Bo
BCEX BBIUUCIIUTEIIBHBIX SKCIIEPUMEHTAX MOBPEKICHHAS 00J1aCTh KPUCTATIIMYECKON
pEIIEeTKN JOCTUraja MaKCMMAaJIbHOTO pa3Mepa B TEUCHHE MEPBON MUKOCEKYHJIbI,
MOCJIE Yero HayMHajlach MOCTENEeHHas penakcamus. AHaioruydo padore [29], B
psle  BBIUMCIMUTENBHBIX  AKCIEPUMEHTOB  3aperHCTPUPOBAHO  OOpa3oBaHUE
cyOKkackagoB. DT CyOKacKaabl UMENId pa3Mepbl B HECKOJIBKO HAHOMETPOB U ObLIH
OTJZIEJIEHBI OT OCHOBHOT'O MTOBPEXKIECHHOIO Y4aCTKA.

XapakTepHble KapTUHBI PACIbUICHUSI MaTepHraia ¢ TIOBEPXHOCTH MOJICIIbHBIX
KPUCTAUIUTOB TOJA JEWCTBUEM KAacKaJa CTOJIKHOBEHHMI MpEICTaBICHbl Ha
Pucynkax 5.1-5.2. C moBepXHOCTH OTpPHIBAINCH KaK OJIMHOYHBIE MOJICKYJIbI, TaK U
kiactepbl. KomuecTBo BHICBOOOXKIaEMON MAaTepUX XapaKTePU30BaIOCh OOJIBIITUM
pazopocoM. B cpegHem, kak W OXHAaNM, 3Ta BEJIMYMHA 3aBHCENa OT TIIyOWHBI
HayaJgpbHOTO anb(a-pacnmaga W OT HaMpaBJCHUs] JBWXKEHHUS fAllpa OTAauu
OTHOCHUTEJIBHO TOBEPXHOCTU. Pe3ynbTaThl yCpPEeAHEHUS II0 HAMpaBICHUSIM
npuBeneHsl B Tabmuie 5.1. J{ns kackanoB, pacnpoCTpaHSIBIIUXCS MapalieIbHO
MOBEPXHOCTH, KOJUYECTBO PACIBUICHHOTO MaTepuayia CYIIECTBEHHO IPEBHIIIAI0
CpeIHUE 3HAUYCHMUS.

K KOHIly BBIYHMCIUTENBHOrO JKcrnepuMeHTa (15.6 HC) ToOBpexIEHUS
MOBEPXHOCTH KPUCTAJUIMTA BO MHOIOM 3aJICUMBAJIUCh, BBIXOJ MaTepuaia ¢

MTOBEPXHOCTH ITpeKpaliaics.
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Tabmuma 5.1.

CpeI[H}IH HMHTCHCUBHOCTDL PACIHBbUICHUS MaTcprajia 0aJIIUCTUIECKUMU KaCKkagaMu

CTOJIKHOBEHUH, NEPIEHAUKYIISPHBIMU TOBEPXHOCTH

[Cayouna unnnuanuzanum kackagaa | CpeaHee KOJMYECTBO PACHbLIEHHBIX
CTOJIKHOBEHU OTHOCHTEJIbHO aTOMOB IJIyTOHUS

MOBEPXHOCTH, HM

2.16 119
3.74 92
5.32 59
6.9 34
8.48 19

B

wh
Pucynok 5.1. PacnpuieHne marepuaa ¢ MOBEPXHOCTH MOJEIIBHOTO KpHUCTalia,

BBI3BAHHOC KaCKaaoM CTOJIKHOBCHMH. BpCM}I 9BOJIOIIMH CUCTCEMbI COCTaBHUIIO

7800 dc.
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Pucynok 5.2. ®opmupoBaHue KpyIHBIX KIaCTEPOB B Mpoliecce BRIOpoca

Marepuana. Bpems sBosmonnu cuctemsl coctaBuio 15600 dc.

B Ta6nune 5.1 ykazaHbl cpeiHUE KOJIMYECTBAa aTOMOB IUTYyTOHUS, TOKWIABIIINX
KPUCTAJUT TOJ BO3JCUCTBUEM KAacCKaJOB CTOJIKHOBEHHM, B 3aBUCUMOCTH OT
pacCcTOAHUS MEXAY TOUYKON MHUIMAIU3alMy Kackaja W MOBEPXHOCThIO. Bo Bcex
BBIYUCIUTEIBHBIX  JKCIIEPUMEHTAaX,  HUCIOJb30BAHHBIX  JJI1  3alOJHEHUS
Ta6muupe 5.1, BEKTOp CKOPOCTU UCXOJHOTO MOHA OTHauH ~>°U HaIpaBIIsIM IepIIeH-
JUKYJISIPHO MOBEPXHOCTU. BUJIHO, UTO OAIITMCTUYECKUE KACKa bl BEI3BIBAJIM PACIIBI-
JIEHHWE MaTepualia, eciivi ObUIM MHUIMMPOBAHbI Ha TIIyOuHE B npenenax 10 Hm.

5.4.2. PacnpenesieHue pacnblIeHHBIX KJIACTEPOB M0 pa3Mepam

Pacnipenenenne BBICBOOOXKAEHHBIX KIIACTEPOB IO pa3MepaM H3YyYUIH C
uCIoyib30BaHueM 2() BBIYUCIUTENBHBIX IKCIIEPUMEHTOB. bayucTuueckue Kackaabl
WHUIIMAPOBAIM HA TIyOrHax oT 2.16 10 5.32 uM. B 601bmIMHCTBE Ciy4aeB, BEKTOP
CKOPOCTH TIEPBUYHOIO aTOMa OPUEHTUPOBAIM MapasuIeIbHO MOBEPXHOCTH JIMOO B
CTOPOHY TTOBEPXHOCTH IO PA3HBIMH YTJIAMHU, TIOCKOJIbKY B TAKUX CIy4Yasx KaCKa bl
OoJblIe crmocoOCTBOBAIM BBIXOJAY Marepuana. PacnpeneneHus KiacTepoB IO
pa3Mepam, TOJTyYEeHHBIE JIJIS Pa3IMYHbBIX KAaCKaJI0B, OKa3aINCh CXOKUMHU. [Ipumepsl

TaKuX pacupeaesieHuil mpeAcTaBiieHbl Ha Pucynkax 5.3-5.5. Jlyist cpaBHEHHS Takxke
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MOCTPOEHBI TpadUKH HKCIOHEHIIMATBHOTO PpACTpPECICHHs, HauboJee TOYHO

OINMCBHIBAIOIINE MAJIBIE pa3MEpPBI KJIACTEPOB.

" ¢ BbIYKCIMTENIbHBIN 3KCIIEPUMEHT,
o * HacTosIasA paboTa
2 o1 )
2 é — — DKCHOHEHIMAILHOE pacpeeIeHne
2 \ MPH MaJIbIX pazMepax
2 0.01 ¢
S
N \
0.001 e
\
0.0001 ‘\ ®
\ *
0.00001 \
\
0.000001 \ w \ \ \ ‘ ‘ ‘ ‘
0 50 100 150 200 250 300 350 400

Pa3mep knactepa, yacTUIIBI

Pucynox 5.3. Pacrnipesienenue KJiacTepoB paclbUICHHOTO MaTepuaia o pa3Mepam.
MaxkcumanbeHbIi pazMep Kiactepa coctaBui 949 yactuil, a noyHasi KHHETUYECKas

SHEPrUs BHICBOOOXKIEHHOTO MaTepuana — 31720 3B.
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Pucynok 5.4. PacnipeneneHue Ki1acTEpOB paclbUICHHOTO MaTepuaia o pa3Mepam.
MaxkcumanbHbIN pa3Mep Kiactepa cocTaBui 239 yacTuil, a MOJIHAsE KHHETUYEeCKast

SHEPTUs BHICBOOOXIeHHOTO MaTepuaia — 19670 sB.
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Pa3Mep KJ1aCcTepa, 4aCTULIbI

Pucynok 5.5. Pacnipenenenue kiiacTepoB paclbIEHHOTO MaTepHalia o pa3Mepam.
MakcuManbHbINA pa3Mep KaacTepa COCTaBrII 322 4aCTULIBI, a IOJIHAS

KHMHETHYECKasi JHEPTusi BHICBOOOKIEHHOT0 MaTepraia — 4880 3B.

N3 PucynkoB 5.3-5.5 BHJHO, YTO BEpPOSTHOCTH OOpa30BaHUs KPYIHBIX
KJIACTEPOB ObUIN NPUHIMIHAIBHO 00JI€€ BBICOKMMH, YEM MOTJIO ObI MPEICKA3bIBATh
DKCIOHEHIMAJIBHOE pacnpenesieHne. MaKCUMaIIbHBIA 3apEeTUCTPUPOBAHHBIA Pa3-
Mep Kiactepa coctaBui 949 vactuil.

Makcumanbsbiil Kiactep u3 949 yactuil uMeIn JEKTpUdeckuil 3apsa +4e. B
npenenax t4e HaxoAWIMCh 3apsibl OOJBIIMHCTBA KiacTepoB. OJHAKO, 3apsn
Kjacrepa u3 322 yacTull, paccMoTpeHHoro Ha Pucynke 5.5, coctaBun —14e. boun
TaK)K€ 3aperucTpupoBaH kiactep u3 141 wyactuuel ¢ 3apsaom —24e, 4TO
CBUJETEILCTBYET O BO3MOYKHOCTH OOpa3oBaHHUsl KJIACTEPOB CO 3HAUUTEIbHBIMU
OTHOCUTEIBHBIMU 3apsAiaMU. Y Ka3aHHbIE 1[EJIOYUCICHHbIE 3apSAbl COOTBETCTBYIOT
NPUOJIMKEHUIO, B KOTOPOM KaTHOHBI UMEIOT 3apsl +4e, a 3apsi]] aHHOHOB paBeH —2e.

MakcumanbHas, TO BCeMy HA0OpPy BBIUUCIUTEIBHBIX JSKCIIEPUMEHTOB,
CyMMapHasi KWHETWYEeCKas SHEPTHsl BBICBOOOAMBINUXCS KIACTEPOB COCTaBUIIA
31720 3B, uto maér 36 % OT MNOAHOW »HHEPruM HAYAJIBHOTO fAJpa OTAAYH,
CO3/IaBILIErO KackKaJl CTOJKHOBEHUH. OTMETUM TaKKe, YTO €AUHUYHBIEC PACIIBUICH-
HbI€ MOHBI, KaK ITyTOHHUS, TaK U KUCJIOPO/1a, MOTJIM UMETh KHHETUYECKYIO SHEPTUIO

A0 HCCKOJIBKUX TBICAY 3JICKTPOH-BOJIBT.
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5.5. BBAMMOJENCTBUE BAJVIMCTUYECKHUX KACKAJIOB C IOBEPXHOCTbIO

HAHOKPUCTAJLJIOB OKTADJIPUYECKOM ®OPMBbI

5.5.1. OcodenHoCTH MOAEIBLHON CHCTEMBI

B nmpeabloymieM  pasgene  pacCMOTPEHO — paclbUIEHHE MaTrepuana ¢
MOBEPXHOCTU HaHOKpHUCTAIIIOB PUO,, nMmeBmmx kyoudeckyro ¢opmy. CooTBeT-
CTBEHHO, UX CBOOO/IHAsI OBEPXHOCTh OblJIa 00pa3oBaHa KpucCTaLIOrpahruyecKuMu
miockoctamu tuna (100). OxHako, HauMMEHbLIEH MNOBEPXHOCTHOW 3HEPrued B
kpucrtamie PuO,, xapaktepusyrorcs mockoctd (111). DT1o xe BepHO M s
KpUCTAJUIOB IUOKcHa ypaHa. lIpencraBiser uHTepec B3aMMOAECHCTBUE KacKaI0B
CTOJIKHOBCHHH C TOBEPXHOCTHIO KpucTauioB PUO,, 00pa3oBaHHON IIOCKOCTIMU
TaKoro TUIIA.

B ornuume oT npeaplayluX MCCIEI0BAHUM, MOJEIbHBIMA CHCTEMaMHU ObLIN
kpuctaumtbl PUO, uaeanbHON OKTasApuydeckoi (OpMbl, OTPAHUUYECHHBIE TOJIBKO
wiockocTsamu (111). Kpucramisr Briarodann 390108 nonor (PucyHnok 5.6). Kackabr
CTOJIKHOBEHH, aHAJIOTUYHO MPEIbLIYIIUM padoTaM, MHULMHUPOBAIH SAPOM OTIaYl
anb(a-pacnana **U ¢ xunetnueckoil sHeprueii 87.7 k3B Ha paccrosnusax 2.16 u
3.24 HM OT noBepxHOCTU. HBIOTOHOBCKME ypaBHEHUS ABWKECHHSI MHTETPUPOBAIU
METOJIOM «C TEpeIIaruBaHieM» B BpeMeHHbIM marom At = 7.8-107% c.

NneanbHbli HAHOKPUCTAIUI, B KOTOPOM CO3JaBAJIM KaCKaJbl CTOJIKHOBEHHI,
ObUT TpEABApUTEIbHO TPUBEAEH B PABHOBECHOE COCTOSHUE MOJIEKYJISIPHO-
nuHamuyeckuM pacuétom npu 300 K B Tedenue 1 nc. DBOIIOLNIO CaMUX KacKaIoB
CTOJIKHOBEHHMI OTCJIEKUBaIU B TeueHue 15.6 1c.

[ToTeHuMaNbl B3aUMOJEHUCTBUSL COBIAIANIA C TEMH, YTO UCIIOJIb30BAJIUCh MPU

pacuérax Pazgena 5.4 u onucansl B ['nase 1, popmyna (1.18).



107

Pucynox 5.6. PacnibuieHne BeliecTBa ¢ MOBEPXHOCTH OKTadAPUUECKOT0 KpUcTasia
PuO, mox Bo3eiicTBIEM KacKaaa CTONKHOBEHUH. [ TyOMHAa MHAIMAIINK KacKaja —
2.16 HM, HanpaBJIeHUE CKOPOCTH MOHA OoTaaun - Ne 6 u3 Tabauiiel 2; Bpems

HBOTIOLMH Kackaja — 15.6 1ic.

B pabote ocymiecTBieH psi BHIYMCIUTENIBHBIX 3KCHEPUMEHTOB, Pa3iMyaB-
MIMXCSl HAYaJIbHBIM TOJ0XKEHHUEM W HANpaBICHHEM UCXOIHON CKOPOCTU OBICTPOTO
noHa otnadn ypaH-235. IlopsnkoBele HOMEpa pPacCMOTPEHHBIX HaNpPaBIECHUN
CKOPOCTH ypaHa-235 W KOOPJMHATHI COOTBETCTBYIOIINX EIWHUYHBIX BEKTOPOB
npuBeneHsl B Tabnuie 5.2. Hanpapnenue 1 mepneHAMKYISPHO KpHCTaIorpa-
buueckoit mimockoctu (111), HampaBneHuss 2-6 mapajuleNbHBI €H, TOrAa Kak
HanpasiieHue 7 ObUIO BEIOPAHO CIIy4ailHBIM 00Pa30M.

Touky MOSIBICHUS MOHA OTJAa4d BHIOMpAIM HA MPSMOM, MEPHEHIAUKYISIPHOI

kpucramuiorpaguaeckum 1iockoctsiM  (111) u  mpoxoauBIIed depe3 IEHTP
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Kpuctaiuinuta. PaccTossHue OT 3TOM TOYKM JO TpaHU KpUCTAIJIA BapbUpPOBAIIU

(mapameTtp «rimyouHa» B Tadmure 5.3).

Ta0muma 5.2
HanpasrieHnust HCXOAHON CKOPOCTH MOHA OTAa4YH ypaH-235
Hanpasiaenue, Ne X y z
1 0.57735 0.57735 0.57735
2 0.707107 —0.707107 0
3 —0.707107 0.707107 0
4 -0.4082 —0.4082 0.8165
5 0.211325 —0.78867 0.577351
6 —0.2113 0.78867 —0.5774
7 0.520208 —0.62932 0.577351
Tab6anma 5.3
Pe3ynbpTaThl BBIYMCIUTENBHBIX SKCIIEPUMEHTOB
KOJIMY€eCTBO
Hanpa | rJIyOMHa | pacnbUICHHBIX MaKCHMaJlb- | KHHETHYeCKasi
Ne | BieHnue » HM HOHOB HBIH KJ1acTep JHeprus, 3B
1 1 1.62 663 36 19112
2 1 2.16 277 18 74337
3 1 2.70 681 62 68360
4 1 3.24 1876 154 47577
5 1 3.78 1575 190 37114
6 1 4.32 315 51 10513
7 1 4.86 571 303 51606
8 1 6.48 13 4 23652
9 2 2.16 844 67 40552
10 2 3.24 1457 363 15236
11 3 3.24 656 53 21266
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Tabnuma 5.3. Ilpogomkenue

KOJIUYECTBO
HAmpa | rIyOMHA | pacnbLICHHBIX MaKCHUMAaJIb- | KHHETHYeCKas
Ne | B1eHue » HM HOHOB HBIU KJIacTep JHeprus, 3B
12 4 3.24 673 121 2579
13 5 3.24 102 6 13836
14 7 3.24 1094 280 43048
15 6 2.16 1736 465 30775

CnHCcOK pealM30BaHHBIX BBIYMCIMTEIBHBIX JKCIIEPUMEHTOB IIPUBEICH B
Tabmuue 5.3. Jlnsg Kaxaoro w©3 OSKCIEPUMEHTOB, YKa3aHbl  KOJIMYECTBA
PACIBUICHHBIX HMOHOB, MAKCHUMAJbHBIM pa3Mep KiacTepa, a TaKXKe CyMMapHas
KHMHETHYECKasi JHEPTUsl PACCETHHOTO MaTepHalia.

5.5.2. Pe3yabTarhbl MoOeJIMPOBAHUSA

B OonblminHCTBE ciyyaeB, KMHETUYECKAash SHEPIUsl paccesHHOro MaTepuaia
COCTABJIsJIa 3HAYUTENIbHYIO JIOJII0 OT HAa4aJIbHOM SHEpTruu MoHa otaauu (87.7 k3B).
bonpmioit pa3dpoc KHHETHMUECKON DSHEPTMM M KOJIMYECTBA BBIOMTHIX HOHOB
OOYyCIJIOBJIEH TE€M, YTO OTJIE€JbHbIE OBICTPbIC YACTULIBI MOTJIM MOKUIATh KPUCTAILIIUT
0€e3 CyILIECTBEHHOI0 B3aUMOJACHCTBUS C OKPYKEHUEM, YHOCS SHEPTHIO C COOOIA.

3Ha4YeHHs] KNHETUYECKOM SHEPTHMH M MaKCHUMAJIBHBIE pa3Mephl KJIacTEPOB I10
MOPSJIKY BEJIMYMHBI COBIAIM C PACCMOTPEHHBIMU BBIIIE JAHHBIMU [47], OTHOCSIIU-
Muca K pazpymeHuto rmiockoctedt Ttuma (100). Tem He wMeHee, pa3mep
MaKCUMaJIbHOTO M3 TOJyYEHHBIX KJIACTEPOB OKa3ajicd NPUMEPHO B 2 pasza
MeHbIINM, 4yeM B Paznene 5.4 (pabota [47]), 4TO MOXKET yKa3bIBaTh Ha OOJBIIYIO

ycToitunBOCTb rpaHelt (111) k pa3pyiieHuto KkackagaMu CTOJTKHOBEHUH.
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Pucynok 5.7. KonudecTBo pacbUIEHHBIX YAaCTHUI] B 3aBUCUMOCTH OT TJTyOHHBI
MHUIMAIN3AlUN OaJUTMCTUYECKOTO KacKaja OTHOCUTEIbHO IOBEPXHOCTH.
CKOpOCTh IEPBUYHOIO HOHA OTJa4YM ObLIa HANpaBJieHa K MOBEPXHOCTH,

MCPIICHINKYJIAPHO.

In(f(In(N))
[ ]

In(N)

Pucynox 5.8. Pacnipenenenue pacnbUieHHBIX KJIACTEPOB 10 pazMepaM. 3nech N —

KOJIMYCCTBO YaCTHUII B KJIaCTEPEC.
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PI/ICYHOK 5.9. XapaKTepHHe 3dBUCHUMOCTH KOJIMYCCTBA PACIIBIJICHHBIX YaCTHI] OT

BPEMEHU.

['paduk 3aBUCUMOCTH KOJMYECTBA BBIOPOLICHHBIX YAaCTUL[ OT TJyOUHBI
VHHIIAATH3AIAN Kackajaa cTOJNKHOBeHM (PucyHok 5.7) yka3piBaeT Ha MaKCUMYyM B
paiione 3.2 HM. bonbiiol pa3Opoc MaHHBIX 3aTPYJHSET BBISICHEHHE (HOPMBI
ycpenusawonie kpuBoil. Hamnume Makcumyma wumeeT (U3HYECKUH CMBICI,
MOCKOJIbKY ~ NpUOMMKeHHe  anb(a-pacnazoB  BINIOTHYHO K  IOBEPXHOCTH
YBEJIIMYUBAJIO BEPOSITHOCTh BbUIETa OBICTPHIX 4YacTHIl O€3 mepeaaud >HEepruu
OKPY’KAIOLIEMY BEILIECTBY.

Ha Pucynke 5.8 moka3aHo cyMMapHOE pacrpeiesIeHHe BCEX KJIaCTEPOB BO BCEX
BBIYMCIIUTEIBHBIX JKCIEPUMEHTAX II0 pa3MepaM. BuaHo, 4To mpu pasmepax,
MPEBBIIAIOIINX OJHY MOJIEKYJY, 3TO PACHPENEIICHUE OKA3aJI0Ch CTETIEHHBIM. J{iis
BBISICHEHHSI TOTO, HACKOJIbKO OHO YHUBEPCAJIbHO, HEOOXOAUMBI JOIMOJIHUTEIbHbBIE
MCCIIEIOBAHMS.

PucyHnok 5.9 nemoHCTpHpyeT IMHAMHKY BBIXOJla MaTepuaia ¢ MOBEPXHOCTH.
Buaxo, 4To OTpBHIB GOJBIIMX KJIACTEPOB MPOMCXOAMII 3a BpeMeHa Mopsaka 2 IiC.
YeTkoil CBSI3M MEXIy ATUMHU XapaKTepHbIMM BpEMEHaMHM W TIyOMHON anb(a-

pacnaza He 0OHApYKEHO.
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Takum 00pazom, xapakTep paspylieHHs KacKajaMu CTOJKHOBEHHH IMOBEPX-
HOCTH HAHOKPHUCTAUIOB IHOKCHIA TUTYTOHHS, O0Opa30BaHHOW KpHUCTayuiorpadu-
yeckuMU 1utockocTsiMu (111), B mpuHIMIE COBNaaaeT ¢ nojydeHHbIM B Paznene 5.4
st iockoctedt (100). PacnbuieHne BeliecTBa ¢ MOBEPXHOCTA MOTJIM BbI3BIBATH
anb(a-pacriajibl, BOZHHKaBIIKe Ha TiyouHe 10 10 uM. BemecTBo paccenBasioch B
dbopMe OJMHOYHBIX MOHOB, MOJIEKYJ M KJIACTEPOB M3 COTEH YacTHIl. OJMHOYHBIE
YACTUIIBl MOTJIA MOKUJIATh KPUCTAI C OOJBIIMMU SHEPTUSMH, JOCTUTAIOIIUMHU

ACCATKOB KHJIIODJICKTPOHBOJIBT.

5.6. BBIBOJIbI

B pamkax npoBeAEHHOTO MOJIETUPOBAHUS, MOSBJICHHE aTOMOB OTAAud OL-
pacnaga 2°Pu B nmpezenax 10 HM OT HOBEPXHOCTH BBI3BIBANIO PACIILIICHUE BEILECTBA
C MOBEPXHOCTH HaHOKpUCTaLIoB PUO,. OCHOBHOM BKJIa/ B PacHbUICHUE BHOCUIIU
MIPUTIOBEPXHOCTHBIC KaCKaIbl, PaCPOCTPAHSBINKECS HAa TIIyOWHE 5 HM M MCHBIIIC.
BemecTBO pacmbusUIOCh B BUAC OTACIBHBIX aTOMOB, MOJICKYJ, a Takxke OoJjiee
KPYIHBIX KJIACTEPOB, KOTOpPbIE MOTJM BKIIOYaTh COTHU MoJiekynd PuOs..
Pacripenenenne KinacTepoB IO pa3MepaM  XapaKTEPHU30BAJIOCh OTHOCHTEIIHHO
BBICOKMMHU BEPOSITHOCTAMH 00pa30BaHMs KPYITHBIX KJIACTEPOB, KOTOPHIE HE MOTIIU
OBITH OMHMCAaHBI SKCIOHECHIIMATILHBIM pacnpeeneHrnemM. CymmapHas KHHETUYECKast
DHEPTHS BBICBOOOKIAEMOTO MaTepraja MOIJa JOCTUTATh ACCATKOB MPOIIEHTOB OT
MOJIHOM DHEPTUU Kackaja CTOJKHOBeHUH. OTAeNbHbIE paclblUICHHbIE MOHBI, KaK
TUTYTOHUS, TaK U KUCJIOPO/Ia, MOTIIN UMETh KHHETHUECKYIO YHEPTHIO /IO HECKOJIBKHIX
TBICSY JICKTPOH-BOJIBT. DIEKTPUICCKUH 3apsi/] KJIaCTEPOB B OOJBITUHCTBE CTy4acB
OblT ONMM30K K HYJI0, XOTS HAOMIOMAIUCh M KJIAcTepbl CO 3HAYUTEIbHBIMU
oTpUllaTeIbHBIMU 3apsaamMu. [loBepxHOCTb, 00pa3oBaHHas KpucTaiorpaduyec-
KuMH TUIocKocTssMA Tuma (111) moxeT ObITh HECKOJIBKO OOJiee YCTOWYMBOM K
BO3JICHCTBHIO OQJITACTUYCCKUX KACKaJOB, OJIHAKO B TMPHUHIIUIIC MEXaHU3MBI

paspyuenus rpaneit (100) u (111) cxoxmu.
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SAKJIIOYEHUE

HToru BoINOJTHEHHOT0 UCCJIeJOBAHUSA

MouekynsgpHo-quHaMUYeckoe MozenipoBanne HanokpucTtamioB (U,Pu)O; u
ThO;, umeBmUX CBOOOIHYIO MOBEPXHOCTD, MPOJEMOHCTPUPOBAIO TECHYIO CBSI3b
MEXKIy MOBEPXHOCTHBIMH SIBIICHUSIMH M TIPOIECCAMH MaccorepeHoca B 00beMe
kpuctayioB. quddys3us BakaHCHA ¢ TOBEPXHOCTH Yepe3 00BheM Obljla OCHOBHBIM
MEXaHU3MOM IIepeHOCa KaTHOHOB B MOJENBHBIX HaHOkpuctamuiax. C apyroi
CTOPOHBI, pa3pyIICHUE MOBEPXHOCTH OATMCTHUECKUMHU KacKaJlaMy CTOJIKHOBEHHM
OKa3bIBaCTCS BAXKHBIM MEXaHU3MOM IEpEX07ia BEIIECTBA U3 KPUCTAIUTHUECKOH (ha3bl
B OKpYy>KaroIyto cpeny. [TonobHbie MEXaHU3MBI MOTYT CIIOCOOCTBOBATH MPOIIECCaM
PEKPUCTAIUIM3AIMM  OKCHJIHOTO TOIJIMBA IOJ BO3JEHUCTBUEM HEHTPOHHOTO
00JTydeHUsI.

B pa0ote nomny4eHs! ciieayronue OCHOBHbIE PE3YyJIbTaThl:

1. Paccuuransl kodddunuentsl nuddy3un ypaHa U IUIyTOHUS B 00BEME
cmemanHbix okcuaoB (U,PU)O, mpu temmeparypax ot 2650 K no 3100 K, B
nnanasone 3HaueHuii ot 2-:10712 10 3-107° cm?/c. TlonydeH BakaHCHMOHHBINA MEXAHU3M
NEepPEeMEIIEHHUs] TOCPEICTBOM JIBIJKEHHEM KaTMOHHOM BaKaHCHUU C IMOBEPXHOCTH
yepe3 00bEM.

2. Paccumranbl kodpdunmentsr quddysun Topus B 00béMe kpucramia 1hO,
npu Temneparypax ot 3100 K mo 3600 K, B muanasone 3mauenuii ot 5-107%2 no
3-107%0 cm?/c.

3. Bakancuonsbpli MexaHu3M auddy3un KaTHOHOB TOpHS B MOJEIBHBIX
HAHOKpHUCTAJIaX  PEaJIM30BBIBAJICS  JBMKCHHUEM KAaTHOHHOM  BakaHCHUM C
MOBEpXHOCTH uepe3 o00BEM. KaTWoHBI HaBcTpedy BakaHCHUU TEpEeMEauCh
KOJUIEKTHBHO: CMEIIIEHNE OJTHOTO U3 KATHOHOB B MEXK0Y3€IbHYIO MO3ZUIIUIO PSAOM
C BaKaHCHUEH NMpuBOANIIO K TU(P(HYy3NOHHBIM NPbDKKaM JIPYTHX.

4. Paccuutanbl koddduumentsl guddy3un  kucmopoga B UO.y mpu
0.0015 <x <£0.275 u remnepatrype T = 650 °C (923 K), naxoasiiuecs B 1uana3oHe

sgauennii ot 3-107° mo 7-108cm?c. Ilpm X >0.05 npaktudecku wucyesa



114

3aBUCUMOCTh KoOd(pdurmenta muddy3uun oT X, 9TO COOTBETCTBYET H3BECTHBIM
AKCIIEPUMEHTAIBLHBIM JIAHHBIM.

5. IlpemsnokeHbl TOTEHIMANBI B3aUMOJACHCTBUSL TeNUsi C KaTHOHAMH B
kpuctamwiax UO; u PUO,, yauThIBarOIIHE SKCIIEPUMEHTAIBHBIC TAHHBIE O CHUIBHOM
CBS3BIBAHUU TeliMs B CTPYKTYpHBIX aHajorax CaF,, SrF,, BaF, u PbF,, a taxxke
pacueTsl u3031eKTpoHHBIX map He-La®", He-Y3 u He-Gd* merogom Dmol,
yKa3bIBaloOIIMe Ha MOJ00HOE CBA3bIBAHUE.

6. IlpemmokeHbl TMOTCHIIMAIBI B3aMMOJCUCTBHUS KPUNTOHA C AaHWOHAMU
kuciopona B kpuctauie UQO,, yduThIBaronue 3KCIEPUMEHTAIbHBIC JTaHHBIC O
CYIIIECTBOBAHUM CWJIBHOTO CBSI3BIBAHHUS B JTOM MMape, a TaKKe pacueT METOJ0M
Dmol, npencka3spiBarolimii cBsI3pIBaHKE ¢ 3HEprue 10 —1.1 3B.

7. C ucrmoyib30BaHUEM MPEIOKEHHBIX MOTCHIIMAIOB, PACCUYMTAHBI 3HAYCHUS
ko3 purenTa Mexaoy3enbHoi qud@ys3un renvs mpu temmeparypax ot 1600 K go
3025 K nmaxonsarcs B auanaszone ot 1.3-107" 10 4-10~* cm?/C, ¢ SHEprusAMH aKTUBALMH
ot 2.2 o 2.7 3B, B 3aBUCMMOCTH OT BBIOOpa MOTEHI[MATA B3aUMOJICHCTBUS MaphI
He-O?. Dtu pe3ynabTathl OJM3KM K OKCIHEPUMEHTAILHBIM JAHHBEIM O
Mexaoy3enbHol nuddysuu renus B Cak,.

8. Mexnoy3enbHas nuddy3us KpUNTOHA C MPEIIOKCHHBIMA TIOTCHIIMAIAMU
B3aMMOJICHCTBUSL XapaKTepU30Bajach »SHEpPruer akTuBaluu, paBHOU 4.8 3B.
Judbdy3ronHble TPBDKKH MPOUCXOIUIN 4Yepe3 aHMOHHYI0 BAaKAaHCHIO 3a BpeMs
nopsiAKa 2 1ic.

9. MsydeHo BO3ACHCTBHE OANIMCTUYECKUX KACKaJOB CTOJKHOBEHHM Ha
KCEHOHOBBIE, TEIMEBBIC U CMEIIIaHHbBIE KCEHOH-TEIMEBbIC My3bIphKU. [loka3zaHo, 94To
«yaap» TPUBOJWI K OTPBIBY OTIEIBHBIX aTOMOB, TMOJIYYaBIIMX CYIIECTBECHHYIO
4acThb DJHEPrMd MEPBUYHOM YaCTUUBL. B oTMuMe OT KCEHOHA, TIelni
nuddyHaupoBan U3 IMy3blpbka B 00JIaCTh, pa3yHopsIOUEHHYI0 OaTUCTUUECKUM
KaCKaJIOM.

10. TIpunoBepXHOCTHBIE OAITUCTUYECKUE KACKaJbl BbI3BIBAIM pPAaCHblICHUE
BEII[ECTBA C IOBEPXHOCTH HAaHOKPHUCTALIIOB PUO,. OT MOBEPXHOCTH OTPHIBAIIMCH KaK

OJIMHOYHBIE MOJIEKYJIBI, TaK U KJiacTepsl. [Ipu 3HEprun nepBUYHOTO sA/1pa OTAAYH,



115

paBHoii 87.7 k3B, MakcuMallbHBIN pazMep kinactepa coctaBui 949 yactuu. KapTunsl
pa3pylieHusl MOBEPXHOCTEH, 00pa3oBaHHBIX TiockocTamu Tuma (100) u (111),
OKa3aJIMCh CXOXUMHU. [Ipu 3TOM, MOJIy4eHHbIEC JaHHBIC YKA3bIBAIOT Ha OOJBIIYIO
yCTOMYMBOCTB NoBepxHOcTel (111) kK BO3AeMCTBUIO OANINCTUYECKUX KACKAI0B.
PexoMeHIanuu 1 nepcrneKTUBDI JajibHeied pa3padoTKu TeMbI
BBICOKONIPON3BOAUTENBHOE MOJIEKYJISIPHO-IUHAMUYECKOE  MOJEIUPOBAHUE
SIBIICHUH pa3ynopsIoueHus 1 iepeHoca B HaHokpuctamiax (U,Pu, Th)O,, nmeromux
CBOOOJHYIO  TIOBEPXHOCTh, MPEJCTABISETCA MEPCHEKTUBHBIM. AKTYaJbHBI
JanbHEIIee YBEJINYEHUE BPEMEH 3BOJIOLMH MOJEIbHBIX CHUCTEM, H3y4YEHUE
IUIaBJICHUS U CIIEKaHWS HAaHOKPHUCTAIIOB, & B OTHOILIEHUU BBICOKOHEPTETUYECKHUX
MPOLIECCOB — YUYET MpSIMOro OOMEHa SHEpPruei Mexay HOHHOW M AJIEKTPOHHOMN

IIoACHUCTCEMAaMU.



116
CIIMCOK JIMTEPATYPbI

1. IAEA-TECDOC-1374, Development status of metallic, dispersion and
nonoxide advanced and alternative fuels for power and research reactors, IAEA,
2003.

2. M.K. Meyer, R. Fielding, J. Gan, J. Nucl. Mater. 371 (2007) 281-287.

3. B.D. Rogozkin, N.M. Stepennova, A.A. Proshkin, Atomic Energy 95 (3)
(2003) 624-636.

4. D.C. Crawford, D.L. Porter, S.L. Hayes, J. Nucl. Mater. 371 (2007) 202—
231.

5. R.B. Matthews, K.M. Chidester, C.W. Hoth, R.E. Mason, R.L. Petty, J. Nucl.
Mater.151 (1988)

6. J.R.A. Godinho, S. Piazolo, M.C. Stennett, N.C. Hyatt, J. Nucl. Mater. 419
(2011) 46-51.

7. H. Idriss, Surf. Sci. Rep. 65 (2010) 67.

8. S.I. Potashnikov, A.S. Boyarchenkov, K.A. Nekrasov, A.Ya. Kupryazhkin,
Journal of Nuclear Materials 419 (2011) 217-225.

9. lNoramuukoB C.U., bospuenkos A.C., Hekpaco K.A., Kynpsokkua A.S.,
MOJ’IeKy.]'IHpHO-ILI/IHaMI/ILIeCKOG BOCCTAHOBJICHUC MCECKYACTUYHBIX IIOTCHLIHWAJIOB B
JUOKCHUJIE YpaHa IO TEIUIOBOMY pPacUIMPEHUI0, AJIbTEpHATUBHAS SHEPreTHKA U
skonorus, 2007. — Ne 8. — C. 43-52.

10. G.E. Murch, C.R.A. Catlow, J. Chem. Soc. Farad. Trans. 83 (1987) 1157.

11. S.1. Potashnikov, A.S. Boyarchenkov, K.A. Nekrasov, A.Ya. Kupryazhkin,
J. Nucl. Mater. 433 (2013) 215.

12. Hj. Matzke, J. de Phys. 34 (1973) 317.

13. H.j. Matzke, J. Chem. Soc. Farad. Trans. 2 (83) (1987) 1121.

14. C. Ronchi, M. Sheindlin, D. Staicu, M. Kinoshita, J. Nucl. Mater. 327
(2004) 58.

15. H. Shi, M. Chu, P. Zhang, Optical properties of UO2 and PuO2, J. Nucl.
Mater. 400 (2) (2010) 151e156.



117
16. S. Peng-Fei, D. Zhen-Hong, Z. Xiao-Ling, Z. Yin-Chang, Electronic

structure and optical properties in uranium dioxide: the first principle calculations,
Chin. Phys. Lett. 32 (7) (2015), 077101.

17. A. Boudjemline, L. Louail, M.M. Islam, B. Diawara, Dependence of
pressure on elastic, electronic and optical properties of CeO2 and ThO2: a first
principles study, Comput. Mater. Sci. 50 (7) (2011) 2280e2286.

18. K. Govers, S.E. Lemehov, M. Hou, M. Verwerft, J. Nucl. Mater. 366 (1-2)
(2007) 161.

19. K. Govers, S.E. Lemehov, M. Hou, M. Verwerft, J. Nucl. Mater. 376 (1)
(2008) 66.

20. H. Balboa, L. Van Brutzel, A. Chartier, Y. Le Bouar, J. Nucl. Mater. 495
(2017) 66.

21. H. Shi, M. Chu, P. Zhang, Optical properties of UO2 and PuO2, J. Nucl.
Mater. 400 (2) (2010) 151e156.

22. S. Peng-Fei, D. Zhen-Hong, Z. Xiao-Ling, Z. Yin-Chang, Electronic
structure and optical properties in uranium dioxide: the first principle calculations,
Chin. Phys. Lett. 32 (7) (2015), 077101.

23.Y. Li, J. Nucl. Mater. 513 (2019) 102.

24. S.R. Phillpot, A.C. Antony, L. Shi, M.L. Fullarton, T. Liang, S.B. Sinnaott,
Y. Zhang, S.B. Biner, Comp. Mater. Sci. 148 (2018) 231.

25. Y. Li, T. Liang, S.B. Sinnott, S.R. Phillpot, J. Phys.: Condens. Matter.
25(50) (2013) 505401.

26. M.V. Ryzhkov, A.Ya. Kupryazhkin, J. Nucl. Mater. 384 (2009) 226.

27. Ryzhkov Mikhail V., Kovalenko Maxim A., Kupryazhkin Anatolii Ya.,
Gupta Sanjeev K., Transformation of electron density distribution induced by the
cation point defects in uranium dioxide, Journal of Radioanalytical and Nuclear
Chemistry, Volume 325, July 2020, Issue 1, Pages 253-262.

28. Boyarchenkov, A.S., Nekrasov, K.A., Kupryazhkin, A.Ya., Gupta, S.K., A

novel empirical potential for high-temperature molecular dynamics simulation of



118
ThO2 and Mox nuclear fuel crystals // AIP Conference Proceedings, 2020. — V.

2313. — Article 030064,

29. L.V. Brutzel, M. Rarivomanantsoa, D. Ghaleb, J. Nucl. Mater. 354 (2006)
28.

30. G.Martin, P.Garcia, L.V.Brutzel, B.Dorado, S.Maillard, Nucl. Instrum.
Methods Phys. Res. Sect. B. 269 (14) (2011) 1727.

31. H. Balboa, L. Van Brutzel, A. Chartier, Y. Le Bouar, J. Nucl. Mater. 512
(2018) 440.

32. R. Devanathan, Materials Research Society Advances, 2(21-22) (2017)
1225.

33. C.A. Yablinsky, R. Devanathan, J. Pakarinen, J. Gan, D. Severin, C.
Trautmann, T.R. Allen, J. Mater. Res. 30 (2015) 1473.

34. Boyarchenkov, A.S., Potashnikov, S.I., Nekrasov, K.A., Kupryazhkin,
A.Ya. Investigation of cation self-diffusion mechanisms in UO2+x using molecular
dynamics / A.S. Boyarchenkov, S.I. Potashnikov, K.A. Nekrasov, A.Y.
Kupryazhkin // Journal of Nuclear Materials. — 2013.— V. 442.— Issue 1-3.— P. 148-
161.

35. Kichigina, N.V., Nekrasov, K.A., Kupryazhkin, A.Ya., Gupta, S.K.,
Molecular Dynamics Simulation of Xenon Diffusion in UO2 Nanocrystals /
Kichigina, N.V., Nekrasov, K.A., Kupryazhkin, A.Ya., Gupta, S.K., // AER-
Advances in Engineering Research, — 2017. — V. 133. — P. 531-536.

36. Kovalenko, M.A., Kupryazhkin, A.Ya., Gupta, S.K., Influence of defects
on the diffusion of helium in uranium dioxide: Molecular dynamics study // AIP
Conference  Proceedings, 2019. - V. 2142. - Article 020002.
https://aip.scitation.org/doi/abs/10.1063/1.5122325, DOI: 10.1063/1.5122325.

37. Kovalenko, M.A., Kupryazhkin, A.Ya. Mechanisms of exchange and anion
frenkel diffusion in uranium dioxide: Molecular dynamics study, Journal of Nuclear
Materials, 2019. V. 522. P. 255-264.

38. Boyarchenkov, A.S., Potashnikov, S.I., Nekrasov, K.A., Kupryazhkin,

A.Ya. Molecular dynamics simulation of UO2 nanocrystals melting under isolated



119
and periodic boundary conditions / A.S. Boyarchenkov, S.l. Potashnikov, K.A.

Nekrasov, A.Y. Kupryazhkin // Journal of Nuclear Materials. — 2012.— V. 427.—
Issue 1-3.— P. 311-322.

39. K.C. Kim, D.R. Olander, Oxygen diffusion in UO2-x, J. Nucl. Mater., 1981,
V. 102 (1981), P. 192-199.

40. C. Basak, A. Sengupta, H. Kamath, J. Alloys Compd. 360 (2003) 210.

41. N.-D. Morelon, D. Ghaleb, J.-M. Delaye, L.V. Brutzel, Phil. Mag. 83 (13)
(2003) 1533.

42. E. Yakub, C. Ronchi, D. Staicu, J. Nucl. Diffusion of helium in non-
stoichiometric uranium dioxide // J. Nucl. Mater., 2010. —V. 400(3). — P. 189-195.

43. Matzke, H., 1992. Radiation damage in nuclear materials. Nucl. Instrum.
Meth. B 65,

44. S.1. Potashnikov, A.S. Boyarchenkov, K.A. Nekrasov, A.Ya. Kupryazhkin,
High-precision molecular dynamics simulation of UO2-PuQ2: Pairpotentials
comparison in UO2 // Journal of Nuclear Materials, 2011. — V. 419. — P. 217-225.

45 A.S. Boyarchenkov, .I. Potashnikov, K.A. Nekrasov, A.Ya. Kupryazhkin,
Molecular dynamics simulation of UO2 nanocrystals surface // Journal of Nuclear
Materials, 2012. — V. 421. — P. 1-8.

46. H.J.C. Berendsen, J.P. M. Postma, W.F.van Gunsteren, A. DiNola,
J.R. Haak, Molecular-Dynamics with Coupling to an External Bath //Journal of
Chemical Physics, 1984. — V. 81. — Issue 8. — P. 3684-3690.

47. Choi Y.R. Nikolskiy V. Stegailov V. Tuning of a Matrix-Matrix
Multiplication Algorithm for Several GPUs Connected by Fast Communication
Links Communications in Computer and Information Science. Tom 1618 CCIS,
Crpanunpsl 158 - 1712022 16th International Conference on Paral/

48. Kondratyuk N., Nikolskiy. V., Pavlov D., Stegailov V. GPU-accelerated
molecular dynamics: State-of-art software performance and porting from Nvidia
CUDA to AMD HIP. International Journal of High Performance Computing
Applications. Tom 35, Beimryck 4, Ctpanutst 312.



120
49. Kuznetsov E., Kondratyuk N., Logunov M., Nikolskiy V., Stegailov V.

Performance and portability of state-of-art molecular dynamics software on modern
GPUs. Lecture Notes in Computer Science (including subseries Lecture Notes in
Artificial Intelligence and Lecture Notes in Bioinformatics) Tom 12043 LNCS,
Crpanwuist 324 - 3342020 13th International Conference on Parallel Processing and
Applied Mathematics, PPAM 2019.

50. Kuznetsov E., Stegailov V. Porting CUDA-Based Molecular Dynamics
Algorithms to AMD ROCm Platform Using HIP Framework: Performance
Analysis. Communications in Computer and Information ScienceTom 1129 CCIS,
Crpanmmbr 121 - 1302019 5th Russian Supercomputing Days Conference,
RuSCDays 20109.

51. Ziegler, J. Biersack, U. Littmark, The Stopping and Range of lons in Solids,
Pergamon Press, Oxford, Vol. 1 (1985) 40.

52. K. Anantharaman, V. Shivakumar, and D. Saha, J. Nucl. Mater. 383, 119-
221 (2008).

53. M.W.D. Cooper, M.J.D. Rushton, R.W. Grimes, J. Phys.: Condens. Matter.
26 (2014) 105401.

54. Bayoglu A.S., Lorenzelli R. // Solid State lonics. 1984. V. 12. P. 53-66.

55. Seitov D.D., Pitskhelaury S.S., Boyarchenkov, A.S., Nekrasov, K.A.,
Kupryazhkin, A.Ya., A Mechanism of Cation Diffusion in ThO2 Nanocrystal Bulk.
A Molecular Dynamic Simulation// AIP Conference Proceedings, 2022. — V. 2466.
— Article 030040.

56. Yakub E., Ronchi C., Staicu D. // Journal of Nuclear Materials. 2009. V.
389 (1). P. 119-126.

57. Basak C.B. Classical molecular dynamics simulation of UO2 to predict
thermophysical properties / C.B. Basak, A.K. Sengupta, H.S. Kamath // Journal of
Alloys and Compounds. - 2003. - V. 360. - P. 210.

58. Grimes R. W., Miller R. H., Catlow C. R. A. The behaviour of helium in
UO2. Solution and migration energies // J. Nucl. Mater, 1990. —V. 172. —P. 123-
125.



121
59. Abrahamson, A. A. (1964) Repulsive interaction potentials between rare-

gas atoms. Heteronuclear two-center systems. Phys. Rev, — V.133A, — P.990.

60. A. Ya. Kupryazhkin, K. A. Nekrassov, M. V. Ryzhkov and B. Delley,
“Determination of potentials of interaction between rare gases and multiply charged
ions” in Rarefied Gas Dynamics: 23rd International Symposium, AIP Conference
Proceedings 663, edited by A. D. Ketsdever and E. P. Munz (American Institute of
Physics, Melville, NY, 2003), CD-ROM.

61. berukoB B. JI., Pamuur A. A., CmupHoB b. M. BoccraHoBieHue
IIoTCHOHalia BBaPIMO,Z[efICTBHSI HOHa C aTOMaMH MW MOJICKYJIaMHU M3 OAHHBIX O
moB>kHOCTH HOHOB B raze // TBT. 1978. T. 16. Ne 4. C. 713-716.

62. HekpacoB K. A., Kynpsxkun A. f. BoccraHoBieHwe NOTeHIMaNa
B3aMMOJICHCTBUSI aTOMOB Teusi ¢ MOHAMU (Topa MO JAHHBIM MEXKI0Y3eIbHOM
mudPy3un 1 pacTBOPUMOCTH TeJiks BO PTOpUAaX MIET0YHO3EMETbHBIX METAJIOB //
TBT. 2001. T. 39. Ne 2. C. 229-234.

63. Seitov D, Nekrasov K. The potentials of helium-neighbourhood interaction
in the crystals of the oxide nuclear fuel for simulation of the high-energy collisions.
/I «Youth. Science. Technology» (MNTK-2017). Collection of scientific works.
International scientific-technical conference of students and young scientists in 4
parts—Industrial electronics. Energy. P. 4. 2017. — P 48-54.

64. Sabioni A.C.S. Ferra W.B., Millot F. First study of uranium self-diffusion
in UO2 by SIMS, J. Nucl. Mater, 1998. — V. 257. — P. 180-184.

65. E. Vincent-Aublant, J.-M. Delaye, L. Van Brutzel, J. Nucl. Mater. 392
(2009) 114.

66. J. Durinck, M. Freyss, P. Garcia. Atomic transport simulations in UO2+x
by abinitio: oxygen and uranium atomic migration, Tech. Report, Internal Report
CEA-SESC/LCC 07-009, 2007.

67. D.A. Andersson, B.P. Uberuaga, P.V. Nerikar, Phys. Rev. B 84 (2011)
054105.

68. P. Contamin, J. Bacmann, J. Marin, J. Nucl. Mater. 42 (1972) 54.



122
69. T. Arima, K. Yoshida, K. Idemitsu, Y. Inagaki, I. Sato, IOP Conf. Ser.:

Mater. Sci. Eng. 9 (2010) 1, http://dx.doi.org/10.1088/1757-899X/9/1/012003.

70. G.L. Reynolds, B. Burton, J. Nucl. Mater. 82 (1979) 22.

71. Goyal A., Phillpot S.R., Subramanian G., et al. Impact of homogeneous
strain on uranium vacancy diffusion in uranium dioxide, Physical Review B, 2015.
—V.91. - P.094103:13.

72. Annamareddy A., Eapen J., Disordering and dynamic self-organization in
stoichiometric UO2 at high temperatures, J. Nucl. Mater, 2017. — V. 483. — P. 132-
141.

73. 1. A. Popov, K. A. Nekrasov, D. D. Seitov, and S. K. Gupta. The
temperature dependence of the vacancy concentration in (U, Pu)O2 crystals. A
molecular dynamics simulation. AIP Conference Proceedings 2015, 020076 (2018);
doi: 10.1063/1.5055149

74.  Bruycker F.D, BoboridisK., ManaraD., PomlP., RiniM,,
Konings R.J.M., Reassessing the melting temperature of PuO2, Materials today,
2010.— V. 13.- P. 52,

75. S. David, E. Huffer, and H. Nifenecker, Europhys. News. 38, 24-27 (2007).

76.Lu Y., Yang Y., Zhang P. // Journal of Physics: Condensed Matter. 2012. V.
24(22). P. 225801.

77. Murphy S.T., Cooper M.W.D., Grimes R.W. // Solid State lonics. 2014. V.
267. P. 80-87.

78. Kim K.C., Olander D.R. // Journal of Nuclear Materials. 1981. V. 102. P.
192-199.

79. Murch G.E., Catlow C.R.A. // J. Chem. Soc., Faraday Trans. 2. 1987. V.
83. P. 1157-1169.

80. Hayward P.J., George I.M., Kaatz R.A., Olander D.R. // Journal of Nuclear
Materials 1997. V. 244. P. 36-43.

81. Busker G., Ph.D. thesis, Imperial College, London, 2002.



123
82. K. Govers, S. Lemehov, M. Hou, M. Verwerft. Molecular dynamics

simulation of helium and oxygen diffusion in UO,.y // Journal of Nuclear Materials.
V. 395. Issues 1-3. 2009. P. 131-1309.

83. C Ronchi, J.P Hiernaut. Helium diffusion in uranium and plutonium oxides
// Journal of Nuclear Materials.V. 325. Issue 1. 2004. P. 1-12.

84. P. Trocellier, D. Gosset, D. Simeone, J.M. Costantini, X. Deschanels, D.
Roudil, Y. Serruys, R. Grynszpane, S. Saudé, and M. Beauvy. Application of nuclear
reaction geometry for 3He depth profiling in nuclear ceramics // Nucl. Instr. Methods
Phys. Res., B 206 (2003) 1077-1082.

85. D. Roudil, X. Deschanels, P. Trocellier, C. Jegou, S. Peuget, J. Bart. Helium
thermal diffusion in a uranium dioxide matrix // Journal of Nuclear Materials 325
(2004) 148-158.

86. W.A. Bostrom, in U.S.Atomic Energy Commission Report WAPD-183
(1957).

87. Kynpsoxkun A. 4., [lonos. E.B. Mexnoy3enbHas auddysus renus BO
dbropuaax Kaiabls, CTpoHIUs U Oapus // dusnka TBepaoro tena. 1984. T. 26. Ne 1.
C. 160-163.

88. A. Michel, "Etude du comportement des gaz de fission dans le dioxyde
d’uranium: mécanismes de diffusion, nucléation et grossissement de bulles,” Ph.D.
thesis, Universite’ de Caen, 2011

89. C. Degueldre, C. Mieszczynski, C. Borca, D. Grolimund, M. Martin, J.
Bertsch, Nuclear Instruments and Methods in Physics Research B 336, 116-122
(2014).

90. A. Auskern, "The diffusion of krypton-85 from uranium dioxide powder,"
US Report WAPDTM-185, 1960.

91. R. Grimes, C. Catlow, Philos. Trans. R. Soc. A 335, 609-634 (1991).

92. E. Vathonne, D. A. Andersson, M. Freyss, R. Perriot, M. W. D. Cooper, C.
R. Stanek, M. Bertolus, Inorg. Chem. 56, 125-137 (2017).

93. M. W. D. Cooper, N. Kuganathan, P. A. Burr, M. J. D. Rushton, R. W.
Grimes, Journal of Physics: Condensed Matter 28, 405401 (2016).



124
94. N. V. Keller and K. A. Nekrasov, “Molecular dynamics simulation of

krypton diffusion in UO2 nanocrystals,” in Physics, Technologies And Innovation
(PTI-2018), AIP Conference Proceedings 2015, edited by V. A. Volkovich et al.
(American Institute of Physics, Melville, NY, 2018), p. 020036.

95. Y. Hazony, R. H. Herber, J. Inorg. Nucl. Chem. 33, 961-968 (1971).

96. Delley B. DMol, a standard tool for density functional calculations: Review
and advances // Theoretical and Computational Chemistry. —1995. — T. 2. — P. 221-
254.

97. M.W. Francis, C.F. Weber, M.T. Pigni, I.C. Gauld, Reactor fuel isotopics
and code validation for nuclear applications, Oak Ridge National laboratory, US
Department of energy, ORNL/TM (2014) 464.

98. D.R. Olander, Fundamental Aspects of Nuclear Reactor Fuel Elements,
Dept. of Nuclear Engineering, California Univ., Berkeley, USA, 1976.

99. D.G. Cacuci, Handbook of Nuclear Engineering, Nuclear Engineering
Fundamentals, Springer Science & Business Media, vol 1, 2010.

100. K. Kaziyama, T. Mitsugi, T. Asaga, Evaluation of Helium Gas Release
Behavior in MOX Fuel, Trans. ANS 182 (1998) 34.

101. 1. S. Kamimura, Y. Kobayashi, T. Nomata, Helium Generation and
Release in MOX Fuels”, IAEA-SM, 358/19 (2000) 31062348.

102. D. Schwen, M. Huang, P. Bellon, R. Averback, J. Nucl. Mater 392 (2009)
35.

103. D.D. Seitov, K.A. Nekrasov, A.Ya. Kupryazhkin, S.K. Gupta, A.T.
Akilbekov, AIP Conference Proceedings, 1886 (2017) 020018.

104. Y. Rashid, R. Dunham, R. Montgomery, Fuel Analysis and Licensing
Code: FALCON MODO1, Electric Power Research Institute, 2004.

105. M. Suzuki, H. Saito, Y. Udagawa, F. Nagase, Light Water Reactor Fuel
Analysis Code FEMAXI-7, Model and Structure, JAEA-Data/Code 2013-005, 2013.

106. P. Van Uffelen, G. Pastore, V. Di Marcello, L. Luzzi, Nucl. Eng. Technol.
43 (6) (2011) 477.



125
107. G. Pastore, L. Luzzi, V. Di Marcello, P. VVan Uffelen, Nucl. Eng. Des. 256

(2013) 75.

108. K.J. Geelhood, W.G. Luscher, FRAPCON-3: a Computer Code for the
Calculation of Steady-state, Thermal-Mechanical Behavior of Oxide Fuel Rods for
High Burnup, Office of Nuclear Regulatory Research, 2014.

109. J. Rest, M.W.D. Cooper, J. Spino, J.A. Turnbull, P. VVan Uffelen, C.T.
Walker, J. Nucl. Mater. 513 (2019) 310.

110. C. Sabathier, G. Martin, A. Michel, G. Carlot, S. Maillard, C. Bachelet, F.
Fortuna, O. Kaitasov, E. Oliviero, P. Garcia, Nucl. Instrum. Methods Phys. Res.
Sect. B. 326 (2014) 247.

111. P. Martin, P. Garcia, G. Carlot, C. Sabathier, C. Valot, V. Nassif, O. Proux,
J.-L. Hazemann, Nucl. Instrum. Methods Phys. Res. B. 266 (2008) 2887.

112. C. Degueldre, C. Mieszczynski, C. Borca, D. Grolimund, M. Martin, J.
Bertsch, Nucl. Instrum. Methods Phys. Res. Sect. B. 336 (2014) 116.

113. C. Sabathier, L. Vincent, P. Garcia, F. Garrido, G. Carlot, L. Thome, P.
Martin, C. Valot, Nucl. Instrum. Methods Phys. Res. B. 266 (2008) 3027.

114. D.D. Baron, L. Hallstadius, Comprehensive Nuclear Materials, 2 (2012)
481.

115. D. Parfitt, R.W. Grimes, J. Nucl. Mater. 381 (2008) 216.

116. M.V. Speight, J. Nucl. Mater. 38 (1971) 236.

117. G. Pastore, P. Van Uffelen, L. Luzzi, Proceedings DIMAT 2011
Conference, Dijon, France, (2011) 272.

118. A. Chartier, L. Van Brutzel, M. Freyss, Phys. Rev. B. 81 (2010) 174111.

119. M. Tonks, D. Andersson, R. Devanathan, R. Dubourg, A. El-Azab, M.
Freyss, F. Iglesias, K. Kulacsy, G. Pastore, S. R. Phillpot, M. Welland, J. Nucl.
Mater. 504 (2018) 300.

120. R.S. Nelson, J. Nucl. Mater. 31 (1969) 153.

121. J.A. Turnbull, R.M. Cornell, J. Nucl. Mater. 36 (1970) 161.

122. K. Govers, C.L. Bishop, D.C. Parfitt, S.E. Lemehov, M. Verwerft, R.W.
Grimes, J. Nucl. Mater. 420 (2012) 282.



126
123. L. Van Brutzel, E. Vincent-Aublant, J. Nucl. Mater. 377 (2008) 522.

124. C.L. Bishop, R.W. Grimes, D.C. Parfitt, Nucl. Instrum. Meth. Phys. Res.
B 268 (2010) 2915.

125. D. Schwen, M. Huang, P. Bellon, R. Averback, J. Nucl. Mater 392 (2009)
35.

126. W. Setyawan, M. W. D. Cooper, K. J. Roche, R. J. Kurtz, B. P. Uberuaga,
D. A. Andersson, B. D. Wirth, J. Appl. Phys. 124 (2018) 075107.

127. H. R. Faust, Eur. Phys. J. A. 14 (2002) 459.

128. R. W. Mills, Fission product yield evaluation, Ph.D. thesis, University of
Birmingham, UK, (1995).

129. R. W. Mills, EPJ Web Conf. 146 (2017) 04008.

130. M. S. Veshchunov, J. Nucl. Mater. 277 (2000) 67.

131. M. S. Veshchunov, V. I. Tarasov, J. Nucl. Mater. 437 (2013) 250.

132. P. Losonen, J. Nucl. Mater. 496 (2017) 140

133. P. LosOnen, J. Nucl. Mater. 304 (2002) 29.

134. N.D. Morelon, D. Ghaleb, J.M. Delaye, L. VVan Brutzel, Phil. Mag. 83 (13)
(2003) 153s.

135. H.Y. Geng, Y. Chen, Y. Kaneta, M. Kinoshita, J. of Alloys and Comp.
457 (2008) 465.

136. M. W. D. Cooper, S. T. Murphy, P. C. M. Fossati, M. J. D. Rushton, R.
W. Grimes, Proc. R. Soc. A. 470 (2014) 0427.

137. M. W. D. Cooper, N. Kuganathan, P. A. Burr, M. J. D. Rushton, R. W.
Grimes, C. R. Stanek, D. A. Andersson, J. Phys.: Condens. Matter. 28 (2016)
405401.

138. A.E. Thompson, B. Meredig, C. Wolverton, J. Phys.: Condens. Matter 26
(2014) 105501.

139. V.L. Bychkov, A.A. Radtsig, B.M. Smirnov, High Temp. 16 (1978) 613.

140. K. Momma, F. Izumi, J. Appl. Crystallogr., 44 (2011) 1272.

141. H.Y. Xiao, Y. Zhang, W. J. Weber, Physical Review B 86 (2012) 0541009.



127
142. A. Birchall, M. Puncher, A. Hodgson, S. Tolmachev, Health Physics

117(2) (2019) 133.

143. R.L. Fleischer, O.G. Raabe, Health Physics. 32 (1977) 253.

144. R.L. Fleischer, Health Physics. 29 (1975) 69.

145. R.L. Fleischer, O.G. Raabe, Health Physics. 35 (1978) 5.

146. J.H. Diel, J.A. Mewhinney, Health Physics. 44 (1983) 135.

147. A.A. Pomosova, K.A. Nekrasov, AIP Conference Proceedings 1886
(2017) 020008.

148. J. Soullard, A. Alamo, Radiation Effects 38, 133 (1978).

149. B. Dacus, B. Beeler, D. Schwen, J. Nucl. Mater. 520 (2019) 152.



