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lMoctynuno B Pepakuyuio 28 mnona 1999 r.

B Macc-crekTpax MoJIieBOro ucrapeHusi rekcabopuma JyantaHa (LaBg) Hapsmy
¢ moHamMy Oopa W JlaHTaHa OOHAPYXWBAIOTCS Pa3sHOOOpasHBIC HOHM3MPOBAHHBEIE
KJIaCTEepHl BUA LaBrTm, rmen=1,2...6, m= 1,23 4. BepostHOCTb 00Hapy-
JKEHHUS OIIPECIICHHBIX KJIACTEPOB B IIOTOKE MOHOB CPABHUBACTCS C 3HEPreTHYCCKOM
CTaOMIBHOCTBIO CBOOOIHBIX KJIACTEPOB, PACCUMTAHHOI TeopeTmdecku. [loBepxHOCTH
Jlerde TOKWAAIOT KJIACTEphl, OTIMYAIONINECcs] HU3KOH CTaOMIBHOCTBIO B CBOOOTHOM
COCTOSIHUM, WJIM YK€ BOOOIIE HECTaOWIIbHBIC, CKJIIOHHBIC K IHCCOLMALINL

1. BBepeHune

C momomipio aTOMHOTO 30HAA [1,2] MccenoBaHo moseBoe uctapenue [1]
MOHOKPHCTaJUIOB rekcabopuyia janTaHa (LaBg). ToHKHe HrosjbyaThie KpH-
crayutsl LaBg BBIpammBaiich pactBop—paciuiaBHbiM MetoroM [3]. TTompob-
HBEIE MAcCC-CITeKTpPbl UCTApeHusi OBUIA TIONYYEHB! TIPH KOMHATHOW TeMmItepa-
type (T) oOpasua mpy pasMdHBIX HAMPSDKCHHOCTSIX 3JICKTPHYECKOrO MOJIS
(F) m nocie pasim4HON HpeaBapUTeIbHON 00paboTKi. MHOrouYncICHHbIC
IUKA 3THX CcrekTpoB (puc. 1) cooTBeTcTBOBanM HOHaMm Jjantana (La®™+™,
La*™t), 6opa (BT, Bj ** n np.), a raxxke Gonee CII0:KHBIM HOHAM KJIACTEPOB
(dbparmenToB) cocraBa LaB, (n= 1,2, 3,4, 5, 6). 3apsix HOHOB vaIle BCEro
COCTaBIISIT +2 Wi +3, pexxe BCTPEYaIMCh HOHHL C 3apsiaoM + 1 wim +4.

DKCIIepUMEHTAJIbHBIC CIICKTPhI TO3BOJISUIA OLCHHTh OTHOCHTEIIBHOE CO-
JlepKaHue TOro WK MHoro (parmenTa Buna LaB™ B HOHHOM MOTOKe.

TeopeTuuecku OHO ompenenseTcd 3HaYeHUsIMH HapameTpoB F u T, a
TaKoKe SHeprHeii, 3aTpadnBaeMoii Ha OTPHIB TAHHOTO ()parMeHTa OT TBEPIOro
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Tejla W Ha €ro MOHW3AIMIo 10 ompeneieHHoro 3apsna [1]. Ha srto Takke
HOJDKHA BJIMATH SHEPrHs, ONpefessiomas XUMIYECKYI0 CTaOUIbHOCTD JIaH-
HOro cBOOOIHOTrO (pparMeHTa-Kiactepa. [lepBrie 1Ba BUna SHepruu (TEIioTa
HCTAPECHKsT ¥ HEPrysl MOHMU3ALMK) M3BECTHBI JIMIIb [UISl TIPOCTHIX, OOBIYHO
aTOMHBIX (HEMOJICKYJISIPHBIX) HOHOB. B cilydyae MHOrOKOMIIOHEHTHBIX MaTe-
PHAJIOB 3TH BEJIMYMHBI, KaK MPABIJIO, HEM3BECTHBL YTO ke KacaeTcs CBO-
OOMIHBIX, B TOM YHCJIC 3aPSDKEHHBIX KJIACTEPOB, HX CTaOIIBHOCTD (CBSI3aHHAs
C DHEpryei, BHIMTPHIBAEMOI MPH WX OOpPa3sOBAHHUM W3 OTIEIBHBIX ATOMOB)
MOXET OBIThb OIICHEHa TeopeTHdecKH. lIpencTaBisio WHTepec CpaBHUTH
9KCTIEPUMCHTAJIBHYIO BEPOSITHOCTH TIOSIBJICHHUS OIPEIEICHHBIX KJIACTEPOB
B TPOAYKTaxX IOJIEBOTO WCIAPEHHsI CO CTAOMIIBPHOCTBHIO TAaKWX KJIACTEPOB,
paccunTaHHo! TeopeTndecku. Takoe cpaBHeHHe ISt Kactepos Buna LaBm
BIEpBbIC MIPOBOAUTCSA B JaHHOI paboTe.

2. Pacuet cTabunbHOCTM KNnacTepoB

Jlna pacvera monHO# dHepruw Kiactepos Buma Laf™ (n = 1...6,
Mm=0...4) npuMeHsIUCb TOYHHIC ab initio KBAHTOBO-XMMHUYECKIE METOMIBI
B IPUOJIKEHNN MOJIEKY/IAPHBIX OpOMTasIell ¢ y4eToM OrpaHUYEeHHOro ca-
MOCOIJIACOBaHHOT0 NoJIs 10 XapTpu—PoKy U KOHPUIYpallMOHHOIO B3aUMO-
neiicteust. Mcniosnb3oBasics crangaptaeii (9s3p/4s2p) Gasuc Jlanaunra [4],
JONOJIHEHHBIN Ul y4eTa BCeX JICKTPOHOB Oopa MoJsipU3alOHHbIMK d-
Gbynkumamu ¢ sxcrionenToi Buna 0.34a; 2, Kpome Tpex BasIeHTHBIX 3JIEK-
TpoHOB u3 5d'6S® 06oNoUEK JlaHTaHA B pacdeTax PacCMaTPHBAJIHCH TAKKE
3JIEKTPOHBI U3 0607104eK 55 1 5p°, KOTOpbIe OGBHIYHO BKIIIOYAIOT B aTOMHBII
OCTOB, YTO IO3BOJIIJIO HAJEHO PAaCUUTHIBATh SHEPTHUIO CBSI3ML

JIJ11 BHYTPEHHHUX 3JIEKTPOHHBIX OOOJIOYEK aToMa JIaHTaHa MCIOJIb30Ba-
JINCh PEJIATHBHUCTCKUE KOMMAakTHbIe 3¢¢ektrBHble moTeHimansl (PKOIT).
CootBeTcTByonmii 6a3uc 111 11 akTUBHBIX 2JIEKTPOHOB JIAHTaHA, PaBHO Kak
1 PKOII 0CTOBHBIX 3JIEKTPOHOB, IPUBENIEH B [3].

KonduryparmonHoe B3aUMOEHCTBHE PacCMaTpUBAIOCh B paMKax Ieo-
METpUYECKUX (OPM, MOTyYCHHBIX IPH MOHCKE JIOKAJIBHBIX MHHIMYMOB Ha
MOBEPXHOCTU MOTEHINATIBHON 3HEPTHU C UCHOIb30BAHUEM 3HEPTHU OCHOB-
HOTo cocTosiHUA N0 XapTpu—PoKy.

Bce BerumciieHUs ObUIM BBINOJIHEHBE! C MIPUMEHEHUEM ITaKeTa MPOorpamMm
GAMESS-UK [6] na kommbiorepe SGI-Challenge B BBIYHCIIUTEIBHOM LIEHTPE
yHHUBepcuTeTa ropofa Bynmnepraiib.
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Ta6bnuua 1.

m 0 1 2 3 4
LaB™™ 19 227 143 - -
LaBzrm 4.11 426 1.71 - -
LaB;™ 8.12 8.05 438 - -
LaBIrn 10.22 10.12 9.03 0.77 -
LaBf™ 14.98 15.36 7.33 3.81 -
LaB;™ 18.53 19.63 17.89 11.70 -

CTabWIbHOCTD KJIACTEPOB MOXKET OBITh BBIpajKEHA Yepe3 SHEPTHIO CBSI3U.
Iocnennas npencrasisgeT coOoil pa3sHOCTb 3HEPruUM KJjacTepa U 3HEPruu
COCTABJISIIOIIMX €r0 OTHEJbHBIX arOMOB (MM HOHOB). JIJisi HEHTPasIbHBIX
KJIacTepoB 3Heprus cBs3u E, ompenesnsercs o ¢opmysie:

Ep(LaB,) = nE(B) + E(La) — E(LaB,), (1)

a [UIA 3apsDKCHHBIX KJIACTEpPOB, C YYeTOM Hambosiee YHOOHOro KaHasa
OVCCOLMAINH, IO (opMyIIe

Ep(LaBi™) = (n—m+1)E(B)+(m—1)E(B)"+E(La)" —E(LaB;™). (2)

s HaxoxkneHus: Haubosiee CTAaOMJIBHBIX CHCTEM pPacCMaTPHUBAJICh Pas3yidd-
Hele KoH(urypammn LaB™ msomepa.

Ouepruu cBsizu (B €V) cTabWIbHBIX JIAHTAH-OOPHIHBIX KJIACTEPOB, MOJTY-
YEHHBIC Ha OCHOBE TEOPHUH CaMOCOTJIACOBAHHOT'O TOJIs1, IPUBOMATCA B TaOJL. 1.
[Ipouepk B TabmIle COOTBETCTBYET paclagaloleMycsi KacTepy.

3. AHanu3 pgaHHbIX 3KCnepumMmeHTa
N cpaBHeHMue c Teopuen

beim nosydensl 8 macc-cekTpoB nosieBoro uctapenus LaBas. Amna-
JIM3UPOBAJINCh IaHHBIE 5 M3 U3 HUX, Haubosiee MOJIHBIX U HAEKHBIX. DTH
CIIEKTPhI OBbIJIM IIOJIyYEHBI IIPU CJIEAYIOMMX 0a30BbIX Vh M MMITYJIBCHBIX Vp
HanpsokeHusax (Vp + Vp): (4 + 3)kV (2 cmekrpa), (5+4), (8 +4) u
(10 + 4.8)kV. Yncso pesy/IpTaTUBHBIX HMITYJIbCOB HAINpsDKCHHS (TaKwX,
KOTOpbIC MOPOIMJIK PErHCTPUPYEMbIE HOHBI) N, OTHECEHHOE K IIOJHOMY
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Criexktp (Macc-criekTp) mosieBoro ucrapeHnst LaBg mpm KoMHaTHO# Temmeparype.
Ha ocm abcimice naHO 4YKMCIIO 3aperucTpPHPOBAaHHBIX MOHOB. ha3soBoe HampspKeHUe
Vb = 8KV, ummynbcnoe Hanpsokenue Vp = 4kV. Hucno pesynbTaTHBHBIX UMITYJIbCOB
n = 300, 9ncso Bcex MOMaHHBIX UMITYITbcoB N = 534. m/q — OTHOIIEHHE MacChl
uona k ero sapsany. / — B, Bj ;2 — B, B/ ;3 —La*"; 4 —LaBj"; 5 — La™'
6 —LaB¢"; 7—LaB;""; 8 — LaB{ *"; 9 — LaB; ™*; 10 — La*™; 11 — LaB™™;
12 — LaBi*; 13 — LaBf*; 14 — LaB!™; 15 — LaB{*; 16 — La,BI ™.

yucy ummysbecoB N cocraBmito: 300/339, 300/375, 300/358, 300/534,
507/515 coorBercTBeHHO. W3 oTHOmeHUit N/N BHIHO, YTO PEKHUM HC-
nmapeHusi ObUT MHTCHCHBHBIA. OTO 3HAYHUT, YTO BECbMa YacTO B OIHOM
Pe3Y/IbTaTHBHOM HMITYJIbCE PETUCTPUPOBATIOCh HECKONIBKO (23, a He OfuH)
HOHOB, T.€. IOJHOE YHCJIO TOIyYCHHBIX MOHOB MPEBHIIATO, HAPUMEp, B
HepBbIX YeThlpex crekrpax N = 300.

Ha HavasbHBIX cTaqusX (B XPOHOJIOTMYECKU TIEPBBIX CIEKTpax) Hambo-
Jlee MHTEHCHBHBIM IIMKOM OKa3bIBAJICs Kakoii-mbo muk Gopa (BT, B
wm B "), Crexylonmm no BICOTE, @ B JBYX MOCJIEQHMX CIIEKTpax
HPEBATUPYIONIUM, NHKOM ObUI MUK La'™ ", KoTophld ObUIO ymOGHO HC-
TI0JIb30BaTh ISl KAIMOPOBKU CHEKTpa. HecTeXHOMETpUIHOCTh CYMMapHOTO
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Tabnuua 2. Haubosee 4YacTo BCTpevaeMble HOHBI B TIOPSKE YOBIBAHUS WX
?peiiTiHra”

Won LaB;‘H'+ LaB; + LaB}'++ LaB™+ LaB;H'

Peitrunr 249 232 1.98 1.9 1.81

COCTaBa MIOHHOI'O TTOTOKa (HECOOTBETCTBUE ero cocraBy LaBg) oObscHseTCS
NPEUMYIIECTBEHHBIM IIOJICBBIM HCIIAPEHUEM JIaHTaHa, JIETKO MUT'PHPYIOIIETO
o noeepxHoctu LaBg nipu komHaTHOM TemmepaTtype. Hapsany ¢ nonamu B,
La u LaBp-x1actepoB peructTpupoBaiich HOHBI OCTATOYHBIX ra3oB. OIUH U3
CIEKTPOB, UCIIONB30BAHHBIX [T aHAIN3a, IOKa3aH Ha PUCYHKE.

Haubonee dacto BcTpevaromuecsi, Hanbosiee MHTEHCHBHBIC U Hambosiee
HaIe)XHO uaeHTuduIpoBanHble Ik LaBy, kiacTepoB npuseneHs! B Ta0JI. 2
BMECTe C UX “PEHTHHrOM”— CyMMOI HX aMIUIUTYA, HOPMUPOBaHHBIX K
HanbosbemMy LaB/ ™-muky. Monst LaB} *" Berpeuamucs B 4 n3 5 paccma-
TPUBAEMBIX CIIEKTPOB, OCTaJIbHBle — B 3 U3 5, MaBas NHUKU, 3aHUMAIOIIUE
HepBble MecTa cpeflil Haubosiee NHTEHCUBHBIX.

CpaBHEHHE SKCIICPUMCHTAIIBHBIX JIAHHBIX C JaHHBIMU Teopuu (Tabu. 1)
oGHapyxuBaeT, 4ro Tepsble 4 muka kiactepo LaB™ coorsercTByIOT
HauMeHee crabmwibHbM LaB *" u LaB™ ¢ omeprusmn (cm. Tabm. 1)
0.77 m 1.43eV COOTBETCTBEHHO, WJIM Ha)XE PacHamaloliMCcsl, HecTaOmIb-
wey (LaBj '+, LaBi"") obpasoBanusiM. EnuHCTBEHHBIH OTHOCHTEIBHO
crabmibHbli K1actep LaB] ™, ¢ HamMmeHbuaM peiTHHIOM, MMeeT 3Hep-
ruio obpasoBarmsi 9.03eV, marmeko He HauBBHICOIyIO W3 Habopa, mpen-
JaraeMoro B Tabsymme. TakuMm o0Opa3oM, Ha OIBITE B CHEKTpe IIoJIe-
BOI'0 HCIIApPEHHs1 NPUCYTCTBYIOT HECTaOWJIbHBIE WM K€ HauMeHee CTa-
OusbHble KiacTepbl. OOBACHUTb 3TO MOXHO, HCXO[l U3 MONEIM Hepas-
HOBECHOT'0 I10JIEBOTO UCIIAPEHUs] MHOIOKOMIIOHEHTHOIO MaTepuasa, obcy-
JKIOaBIIeicsl, HApUMep, NMpU aHajM3e MOJIEBOr0 HMCHApEeHHs MaTepHasIoB
BTCII [7-9].

CioxHasi asileMeHTapHas sddeiika LaBs B penxux cilyuasx ucrnapsercs
(mostem) kak nesioe. PealbHO ee MOKET NMOKMHYTh B BUAE HOHa (HOHOB)
Kakas-TO €e 4YacTb, HalpUMEp aTOM JIAHTaHA WA ONMH WJIM HECKOJIBKO
aToMoB Oopa. OcraBmiasics 4acTb SYEHKH B LIEJIOM BUAE WIM IO YacTIM
ucHapsiercsi B IocJIefylolie UMITy/IbChl. Ecii npu 3TOM Ha CTaguu OTHe-
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JIEHHsI OT TOBEPXHOCTH U MOHU3ALMK ()ParMEHT OKa3bIBacTCsl BHYTPEHHE He-
CTaOWIIBHBIM, ITAHCHI OTAETIMTHCS OT TIOBEPXHOCTH, HOHU30BATHCS U YJICTETh,
OyIy4u MojiXxBa4eHHBIM MOJIEM, Y TAKOT'O KJIacTepa BBIIIE, YeM y CTaOUIIBHOTO.
PasymeeTcs, moka pparMeHT TECHO CBSI3aH C TBEP/IBIM TEJIOM, €70 SJHEPreTHKa
WHasi, YeM y cBoOofIHOro kiactepa. Ho B Kakoii-To MpOMEKyTOUHBIIf MOMEHT,
Korfa (pparMeHT PaBHOBEPOSITHO MOXXET OTOPBATHCS OT MOBEPXHOCTH UJIH JKE
ocTaThCsl CBSI3aHHBIM, CTAaOMJIBHBIN KJIacTep, CKOpee BCEro, He UCMapUTCs,
a HecTaOWJIbHBIM, Hecylmuii B ceOe TEHIEHIMIO K pachagy, OTAEJUTCS OT
TIOBEPXHOCTH U MCHAPHUTCS.

H7nst Toro 4ToOBl HEeCTaOWIIBHBIN ()parMEeHT OBLT 3aperucTpUpOBaH [e-
TEKTOPOM aTOMHOIO 30HJAa Kak lejloe, OH JOJDKEH COXPaHAThCA JIUIIb
B TEUYCHHE KOPOTKOTO BPEMEHH YCKOPEHHS Ta. OTO BpeMsi, BCIICICTBHE
Pe3Koii HEOTHOPOIHOCTH TIOJIs 'y ocTpus, cocTapiseT menee 10710s, Torma
Kak Bpems HOpelda T¢ cocTaBIsieT MHUKPOCEKYyHAbL 3a Bpems 7; (par-
MEHT MOXET B IPUHLMIE AUCCOLUUPOBATb, ONHAKO €r0 OCKOJKM IIpH-
OyT Ha JETEKTOpP ONHOBPEMEHHO, €CJIM BpeMs JKU3HM KjacTepa ObLIo He
MEHbIIE T;. Eciu ke 3TO BpeMs JKU3HU MEHBIIE T,, HO COU3MEPUMO
C HHM, MOTYT OBITb 3aperHCTPHPOBaHBI “CTpaHHbIE” MAacChl (IIOCKOJIbKY
Macca MOHA MOXKET M3MEHSTBCS [0 MEpe ero YCKOPEHHsI), YTO OJHAKO He
HaOyofaeTcs Ha onbiTe. HeOobIIOH coBUI MacChl Ul HEKOTOPHIX MOHOB
MOT OBl OBITh 3apETrMCTPUPOBAH C IIOMOIIBIO MacC-CIIEKTPOMETPa BEICOKOTO
paspemenus. Takue sKcIepUMEHTBH, NPETEHAYIONME Ha OLEHKY BpeMEHH
YKU3HM HeCTaOMJIbHBIX KJIACTEPOB, MOIJIA Obl COCTaBUTh OTHEJIBHBIN MpeaMeT
UCCJICIOBAHUSL.

TaxkuM 06pa3oM, OIBIT MOKA3bIBAET, YTO Hanbosiee cTabuIbHbBIC KJIACTEePhI
UCTIAPSIOTCS] C MEHBIIEH BEpOSITHOCTBIO. MeHee CTaOWIIbHBIE M HECTaOMITb-
HbIC KJIaCTephbl OKa3bIBAIOTCH B MOTOKE MCHAPEHHBIX MOHOB 3a CYET Heobpa-
TUMOCTH MIPOLIECCOB, IPOUCXOMAIINX [0 MEPEe UX yHAJICHUS OT HOBEPXHOCTH
W HapallyBaHWs 3apsia MpU TaK HaspBaeMoll mocThoHm3armu. OTMmeTnm,
9TO HEeWTpasibHbIC KJIaCTephl M HMOHBI C 3apsimoM +1 m +2 (tabm 1)
CTaOWIIBHBI ¥ JIAIIB TTPH MTOCIICAYIONICH HOHN3AIMY YacTh 3 HUX MEPEXOIUT B
pacnanatomuecs: popmbl. IoHBI KJTacTepoB ¢ HU3KOW dHEprueil oopa3oBaHus
(takue kak LaBj "), mo-BummmoMy, HMEIOT MeHbIIE BO3IMOKHOCTEH ISt
CBSI3U C TIOBEPXHOCTBIO, YeM OoJiee CTaOWJIbHBIC, U Jierde MOKUAAIOT ee MpH
TIOJICBOM HCIIApEHUH.

PaGota Bemosnnena npu nogaep:xke rpanra NATO HTECH. L.G. 972010.
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