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Du3NK0-XHMHYECKHE CBOICTBA NIOBEPXHOCTH H pacnaj
HU3KoJIesKamero uzomepa B siape 2> Th

I1.B.bopuciok, Y. H.Kypeabuyk, O.C.Bacuine, B.U.Tposin, 10.10./1ed6eaunckuii, E.B. Tkans

Hsyueno enusnue 6auzsocmu k nosepxnocmu Csl siopa *>°*Th na eeposmiuocmo pacnada e2o aHoMaibio HUIKOIEICAUC20 U30-
MepHO20 YposHs. B pe3yibmame sKCnepuMenmaibiolX U Meopemuieckux uccied08anull nokazano, umo nosepxiocno Csl ne
06pazyem xumuyeckux ceszeti ¢ Th, He npueooum K ckoabKo-HUOYOb 3aMEMHOMY USMEHEHUIO €20 6ANCHMHBIX 00010YeK U 615~
emest NOIMOMY ONMUMATLHBIM 6APUATINOM NOOL0JICKYU OIS USMEDEHUS 6ePOAMHOCII PACNAOd U30MepH020 cocmosnus *>° Th no
Kanany snympenneii o1eKmponnoii konsepcuu. Paccuuman nepuod nonypacnada uzsomepa > Th™ ¢ amome mopus 6 neiimpano-

HOM XUMUYECKOM OKDP)YIHCEHUU.

Kmroueeuvie cnosa: mopuﬁ, ﬂ()eprllZ nepexor), amomosl Hd NOGEPXHOCMU, 6HYMPEHHAS INeKNPOHHAS KOH6epCUAd, IJeKMPOHHAS

CNeKmpocKkonus.

1. Beenenne

B nocnennne nBa roga OBUIM MOYUSHBI IPSIMbIE JOKa3a-
TEJIbCTBA CYIIECTBOBAHMS aHOMAITbHO HIU3KOJIEKAIIETO YPOB-
s ¢ sneprueit Eig < 10 3B B sape 2 Th [1-3]. Ipu 310M B pa-
6oTax [2, 3] ObLIO U3MEPEHO B TOM YUCIIE U BPEMsI )KM3HHU U30-
MEPHOTO COCTOSIHUS. B ycrnoBusix skcriepumenta [2] oHO co-
craBuio (7 +1)x 107 ¢, a B [3] - oxomno 23 mun. Takoe pas3in-
4re 00YCIOBIEHO pa3HBIMHU KaHAJIAMH pacliaga H30MEepHOTO
sapa: B padote [2] 370 ObUTta BHYTPEHHSIS 3JIEKTPOHHAS KOH-
Bepcus, a B pabore [3] —y-uznyyenue BY D auanasona c sHep-
rueit poToHOB 0K010 7.1 3B. BHYTpeHHsIs1 KOHBEPCHSI SBIISECT-
s IOMUHUPYIOIMM KaHAIoM pacraga 2>°Th™ B aToMapHOM
TopHH [4], TOr/Ia KaK y-u3nydeHne MOXHO HaOII0NaTh B HO-
Hax Th u mpu pacnage M30MEPHBIX sJep B IUIIEKTPUKE C
OOJIBIIION MIUPUHOM 3aIpelIeHHON 30HEI [5, 6].

HccnenoBanusi HEOOBIYHOIO M30MEPHOIO COCTOSIHMS B
anpe 22 Th BakHBI 10 HECKOTBKUM TIPUUMHAM. DTO 1 BO3MOK-
HOCTH YTOYHEHHSI (PyHIaMEHTAIbHBIX CBOMCTB MPUPOABI [7,
8], 1 u3yueHne ocoOeHHOCTEN B3aUMOIEUCTBHS SIApa C ATOM-
HOH 000JIOYKON 1 XUMUYECKUM OKpYxkeHueM [4, 5, 9] u, Hako-
Hell, GU3HKO-TEXHNUYECKHUE 3a1a4H, PELIeHNe KOTOPBIX TPUBe-
JIET K TOSIBJICHUIO HOBOTO SIZIGPHOTO cTaHAapTa Bpemenu [10]
1 J1a3epa Ha sJIepHOM Iepexo/ie ONTHUECKOro Auana3ona [11].
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Jiis peanu3anuu 3TON MpOrpamMMbl UCCIIETOBAHUN HEOO-
XOJMMO B JI€TAJISIX 3HATh OCHOBHBIE MAPAMETPhI U30MEPHOTO
Hepexoa 13 Bo30yxkaeHHOro coctosnus 3/2 (E;) anpa >*Th
B ero 0CHOBHOe cocrosHue 5/2* (0.0), K KOTOPBIM OTHOCATCS
KaHaJIbl pacaja, a TAK)Ke JHEPTUs U BEIMIMHA SIIEPHOTO Ma-
TPUYHOTO 3JIeMeHTa nepexoa. [TocnenHsst 00bIYHO UTrypH-
pyeT B BUE MPHUBEICHHON BEPOSITHOCTH SIIEPHOTO Mepexoaa
B equHunax Baiickonda By, (M1;3/2% - 5/2%) a umenno
YCPETHEHHOTO IO HAYATbHBIM U TPOCYMMHUPOBAHHOTO IO KO-
HEYHBIM KBAHTOBBIM YHCIIAM KBAJIpaTa MOJIYJIS SIIEPHOTO Ma-
TPUYHOTO 3JIEMEHTA repexo/ia (moapodHo o By , cM. B [12]).

B Hacrosieit pabote Mbl TOKa3alin, YTO CpaBHEHHUE U3Me-
PEHHOTO B [2] BpeMeHH KM3HU U30Mepa M0 KaHAJly BHYTPEH-
Hell KOHBEPCHH C PACCUUTAHHBIM C HCIIOJIb30BAHUEM SIIEPHO-
0 MAaTPUYHOTO 3JIEMEHTA U3 Pa0OTHI [3] TO3BOJISIET CYIUTH O
CBOMCTBAX (PU3UKO-XUMUYECKOTO B3aUMOJICHCTBUSI aTOMOB
Th ¢ nmoBepXHOCTHIO MOIOKKH. KpoMe TOro, Mbl MpoBein
CEepHIO CIIEIMATIBHBIX 9KCIIEPUMEHTOB, B KOTOPBIX OMPEACTH-
T XUMHUECKOE COCTOSIHUE TOPpUs Ha moytokke Csl 1 BbITOI-
HWIN PsIJT KBAHTOBOXUMHUYECKUX PACUETOB, MOICTHPYIONIIX
noBefeHne atoma Th BOomu3u mosepxHoctu Csl. Onupasich
Ha IOJIyYeHHbIE TaHHBIE, MBI PACCUNUTAIN BEPOSITHOCTh BHY-
TpeHHeil KouBepcun W) n30MepHBIX saep 2> Th™ Ha mosepx-
Hoctu Csl 1 mokaszasnu, 4To oHa cl1abo 3aBUCUT OT SHEPTUU
momepa E;; B nmanazone 7—17 3B u cooTBeTcTBYET pacnamy
n3oMepa B M30JMpOoBaHHBIX aToMax Th. Pe3ynbratel HacTOsI-
el paboThl MOTYT OKa3aThCsl TIOJE3HBIMU IS IJIAHUPOBA-
HUSl JalbHEHIINX 5KCHEPUMEHTOB IO UCCIEAOBAHMIO aHO-
MaJbHO HH3KOJEKAIIEro ypoBHs B sape 2> Th, a Takxke mis
Pa3pabOTKH SAEPHBIX YaCOB M HOBOTO SIAEPHOTO CTAHAAPTA
YaCTOTBI.

2. XuMHu4ecKoe cCOCTOsIHIE TOPHUS
Ha noainoxkke Csl

XHUMHYECKOE COCTOSTHIE ATOMOB TOPHSI, OCAKIAEMBIX HA
noanoxkky Csl, uccienoBanocs ¢ MOMOIIBIO PEHTTEHOBCKOM
(doToanexkrponnoit crnekrpockonuu (POIC). POIC-uzme-
peHMsI MPOBOJMIINCE in situ B CBEPXBBICOKOBAKYYMHOM (5X
10° Top) KOMIIeKce aHaIM3a MOBEPXHOCTH Ha Oase diIeK-
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TpoHHoTrO cniekTpomerpa XSAM-800 (Kratos). Ayt BO30yxk-
JieHns: GOTOIEKTPOHOB HCIIOJIBb30BATIOCH PEHTI€HOBCKOE U3-
nyuyenue nunun Al K, .o ¢ oHeprueit 1486.6 3B. Dkcre-
pUMEHTaJIbHAS MTOTPEIIHOCTh U3MEPEHUsI JHEPTUH CBSI3U CO-
crasisina 0.05 aB. Kanubposka ciekTpoMerpa nMpoBOAUIIACH
o iuHuu Au 4f5, ¢ sneprueii csizu Ey, = 8.4 3B. TTockosbKy
TOPHI XUMHUYECKU aKTHUBEH, TO MPH HAMBUIEHUH MaJIOTO ero
KOoJMuyecTBa Ha moBepXHOcTh Csl B ycloBHSAX OCTATOYHOTO
Baxyyma (5x 10~ Top) ocaskIeHHBII TOPHIi 32 BpeMs H3Mepe-
Hus PDD criekTpoB ycnieBaeT OKUCIUTHCS.

B skcnepumente [2] 1o M3MEpeHUIO BPEMEHHU pacrana
BO30YKIIEHHOT'O COCTOSIHHSI JUTSI MSTKO OCaXK/IaEMbIX aTOMOB
TOPHS Ha TOBEPXHOCTh MUKPOKAHAIbHOM IJIACTUHBI, IIOKPbI-
toii Csl, maHHOe OOCTOSITEIbCTBO OKAa3bIBAETCS HECYIIE-
CTBEHHBIM. [[eiicTBUTENBPHO, HA MacIITadax BpeMEHH pacria-
Jla ATOMBI TOPHS MIPOCTO HE YCIIEBAIOT MPOB3AaUMOJIEHCTBO-
BaTh C KHCIOPOJIOM OCTATOYHOI'O Ta3a B HM3MEPHUTEIbHON
YCTaHOBKE, T. K. CKOPOCTh €ro JOCTABKH K MOBEPXHOCTHU JIaXKe
MY OCTaTOUHOM faBieHun ~ 107 Top He mpesbiaer ~10' at.x
cm2-¢'. Bo3MOXHOCTh OKHCTIEHHS] TOPUS aTOMAMH KHCIIO-
poJia, KOTOPBIE MOTYT MPUCYTCTBOBATH HA UCXOJHON MOBEPX-
HOCTH MUKPOKAHAJBHOW IUIACTUHBI, TAKKE HCKIIIOYAEeTCS.
JI71s1 9TOr0 Ha TTOBEPXHOCTH MPEIBAPUTEIHLHO BO3JIECHCTBYIOT
IIyYKOM BBICOKOIHEPIE€TUUHBIX NOHOB IeIHsl, YTO MPUBOIUT
K TpaKTUYeCKH TOJHOM ee OYMCTKE OT HpUMeced JIerkux
YIJIEPOIHO-BOOPOIHBIX COCAMHEHUI U aICOPOUPOBAHHOTO
kuciopona. Hamm npensaputensabie PO C-n3mepenns kak
ucxoHoi noBepxHoctu Csl, Tak u nmoBepxuoctu Csl, mo-
Bepruieiicst 00paboTke noHaMu renus ¢ sHeprueit 3 KaB B Te-
YeHUE HECKOJIbKMX MHHYT, MOATBEPXKIAIOT JaHHOE 0OCTOS-
TeNbCTBO. [109TOMY XMMHYECKOE COCTOSIHME Ha MallbIX Bpe-
MEHAaX IOCIIe OCAKIECHUS ONPENeTSIeTCs] TOIBKO B3aUMOICH-
CTBUEM TOpus ¢ noastoxkkoi Csl.

YUToOBI OIpPENEIUTh 3TO COCTOSIHUE ¢ oMollbio POIC,
HCKIJIIOUUB €0 OKHCICHHE BO BpPEeMsI U3MEPEHHs! CIEKTPOB,
TOPHUI UMIUTAHTUPOBAJICS B MPUIIOBEPXHOCTHBIN croid. J{ist
9TOTO TOPUN OCAKIANICS HA MOBEPXHOCTH C TIOMOIIBIO MM-
mysibcHOTO J1azepHoro ocaxaenus (MJIO), mpu xoTtopom
MOHHAsSI KOMIIOHEHTA JIa3€PHOM Ia3Mbl YCKOPSIACh B JJIEK-
TPUYECKOM TII0JIe, CO3AaBAaEMOM PA3HOCTHIO IMOTEHLHAIOB
(15 xB) pacrbuisieMoii MUIIIEHH METAJUTNYECKOTO TOPHUS 1 00-
pasua Csl. HeliTpanbHas KOMIIOHEHTa TaKke OCaKaalach Ha
MOBEPXHOCTh M, OKHUCISSACH, OOpa30BbIBAJIA TOHKHI CIIOH
ThO,. Oust uccnenoanus Th, UMIUTAHTUPOBAHHOTO B MPH-
MMOBEPXHOCTHYIO O0JIACTh, BEPXHUI OKUCIICHHBIN CIIOH ynma-
JISUICS TIyTEM TPABJIEHHS TIOBEPXHOCTH HOHaMK At ¢ sHepru-
eif 3 k9B, ckopocTh TpaBieHHs cocTaBasama ~10 A/mum.
WmmynbcHas ga3epHass HOHHAS UMITIAHTALMS TPOBOAMIACH
¢ wucrone3oBanmeM m3nydeHns YAG:Nd* -mazepa (1 =
1.06 MKM, JUIMTETBHOCTD UMITYJIBCOB T = 15 HC, SHEPIHs B M-
nynbee 100 m/Ix), paboraroniero B pexxuMe MOAYJIMPOBAH-
HOU T0OPOTHOCTH.

Ha puc.1 npencrasnens criekTpbl tuauid Th 4f;),, Cs 3ds),
u I 3ds), mocie ocaxaenust (iuHUK /) U MTOCIIE HOHHOT'O TPAB-
nenust (muauu 2 u 3). Taxoke U1 CpaBHEHUS IPEICTABIICH
crektp nuHun Th 4f;,, MONMyYeHHBIH I METaTHIECKOTO
TOpus C ecrecTBeHHbIM okuciaom ThO, (imuus 4). IMocne
ocaxneHus uHust Th 4f5, npencrasiser co60it 0IMHOYHBIN
muk ¢ E, = 335.8 3B, uro cootrBercrByer ThO,. JIunuu Cs
3ds, u I 3ds), mmeroT snHepruto cBsizu 725.8 u 620.2 3B coor-
BETCTBEHHO, YTO OTBEYAET ITOJIOKESHUIO TMHHIA [ITsI HICXOTHON
noBepxHoctu Csl. [Tociie MOHHOTO TPaBJICHUSI, yIASIOIIErO
4acTb OKCUIHOTO cinos, nuHus Th 4f;, ymmpsercs u nossis-
€TCsl IJIEYO CO CTOPOHBI MEHBIIUX JHEepruil cBsizu. JluHus

ThOZ Th 4f7/2 Cs 3d5/2 I 3d5/2
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Puc.1. P@®D-cnexrps! aunuit Th 4f, Cs 3d u I 3d mocne nmiynbcHoi
nazepHoi umIranTanmu (1), mocie | MUH HOHHOTO TpaBlieHus (2) U 11o-
cie 3 MUH HOHHOTO TpasieHus (3); [uist cpaBHeHUs puBeaeHa 4f-miuHus
Metarummdeckoro Th ¢ ecrecrBenHbM okuciiom ThO, (4).

OTIMCHIBACTCSl ABYMSI MUKAMHU, OJUH U3 KOTOPBIX COOTBET-
CTBYET OKHCITY, & BTOPOH — TOPHIO C MEHbIIIEH MOHHOCTHIO
CBSI31, UMEIOIIEMY XUMHUECKUI CIBUT OTHOCUTENIBHO MEPBO-
ro niuka 2.3 5B. [lanpHeiiee TpaBieHne MPUBOINUT K MTOTHO-
MYy YAAIEHHIO OKCHIHOTO cinost, u iuHus Th 4f;, onmmceiBaet-
csl OMMHOYHBIM UKOM ¢ Ey, = 333.4 53B. IlonoxxeHust TuHUH
Cs 3ds, u 1 3ds), mpu 5TOM HE UBMEHSIOTCS, YTO YKA3bIBAET HA
TO, YTO HOHHOE TPaBJIEHHE HE MPUBOAUT K ferpanaunu Csl u
K M3MEHEHUIO XUMUYECKOTO COCTOSIHUS ero aToMoB. IToro-
sxxenue muHuK Th 4f;), moce TpaBeHns CTAHOBUTCS OJTU3KUM
K niostoxkeHuro TuHuU Th 4f;, B MeTalTM4ecKoM COCTOSIHUU C
Ey, =333.25B (puc.1, nunus 4). Takum 06pa3zom, MOXKHO cJie-
JIaTh BBIBOJI, YTO TOPUH, UIMITIAHTUPOBAHHBIN B MPHUITOBEPX-
HOCTHYIO obOnacth Csl, He 00pa3yeT CUILHON XUMHUYECKOU
CBSI3M C BBICOKOW HOHHOCTBIO.

BesycnoBHO, cucremMa aTOMOB TOpPUsI, BHEIPEHHBIX B Ma-
Tpuny Csl, oTImuaercst OT cUCTEMBI aICOPOUPOBAHHBIX ATO-
MOB TOPHSI Ha €ro MoBepxXHOCTH. OTHAKO, IPUHUMAS BO BHH-
MaHHUe TO, YTO Jake UMIIAHTUPOBAHHBIE ATOMBI TOPHS HE
B3aMMOJCUCTBYIOT C MOJIOKKOM, MBI MOXKEM YTBEP)KIATh,
YTO MSATKO OCAKJIEHHBIN TOpHUil TeM Oosiee He OyIeT B3auMo-
JIEMCTBOBATH C ATOMAMHU MOIOKKHU. TakiM 00pa3om, aTOMBI
TopHs Ha o i10kKe CsI MOXKHO paccMaTpuBaTh KaK CUCTEMY
(bn3copOUPOBAHHBIX, XUMUYECKH HECBSA3AHHBIX ATOMOB.

3. KpanroBoxuMuueckoe uccjae10BaHue
cucrembl Th—-Csl

B momosHeHHe K MOJYYEHHBIM JKCIIEPUMEHTAIBHBIM pe-
3yJIbTaTaM ObUIO IPOBEIEHO YMCIEHHOE MCCIeJOBaHHUE aj-
copOuuu Topust Ha moBepxHoctu Csl meTogom Teopun GyHK-
nuoHaja wiotHocTu (TPIT) B npubiImKeHNH MCeBIOOTEH-
Lyana ¢ moMolblo nepuoauieckoro koga Quantum Espresso
[13]. TToBepxuocth Csl OblIa cMoENMpOBaHa B MIPUOIINAKE-
Huu nepuoanueckoit tmactunbl Csl [110] 2x2. TIlepuo-
JINYECcKasi siueiKka 3TONH MOJIENIH MTPEICTABIISET COOOM MIacTH-
HY TOJIIMHON B IBa ATOMHBIX CJIOsI, BBIPE3aHHBIX B HAIIPAB-
nmennu [110] rpaHeneHTpUpPOBAHHOW KyOWMUECKOU pEeIIeTKH
Csl, u croli Bakyyma TOJIIUHONU ~25 A nan IMOBEPXHOCTHIO,
4TOOBI TAPAHTUPOBATH OTCYTCTBUE B3AMMO/ICHCTBHUS C COCE/I-
HUMHU stuerikamu. B mmockoctu XY sueiika COCTOUT U3 IBYX
aneMeHTapHbIX stueek [110] CsI (puc.2).
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Cnauana merogoM TOII Gputa mpoBeneHa reoMeTpuye-
cKas oNnTUMU3aLus (peraakcanus) yncToi nosepxHoctu Csl ¢
(bUKCUPOBAHHBIM HUKHUM CJIOEM, 3aTeM HaJl OTPelaKCUpo-
BaHHOM noBepxHocThIO Csl ObuT momerieH atom Th u penak-
canus IMpoBefeHa CHOBa. ONTHMHU3AINS IPOBOIMIACE C Ta-
paMeTpaMu CXOJMMOCTH 10 MOJIHOI sHepruu MeHee 107 5B
M O JeifCTBYIOIIMM HAa aTOMbI cumaM Menee 1072 5B/A.
CamocormnacoBaHHbie TDII-pacueTs! 11 YMCTON TOBEPXHO-
CTH TIPOBOJIMJIUCH B OOOOIEHHO-TPAAMEHTHOM IPUOIIHIKE-
HUU OOMEHHO-KOPPEISIIMOHHON 2Heprun B dopme [leparo—
Bypxe—2pHuzepxodda [14] 1 co ckaIsIpHO-PETITUBUCTCKUMU
ricesnonoreHmanamu s Cs u I u3 [15], noixydeHHbIMEU Me-
TogoM PAW 11 peKOHCTPYKUUH MOJHOAJIEKTPOHHBIX BOJI-
HOBBIX (YHKLIMH, HEOOXOAMMBIX [UISI BBIYMCICHUS IOJHO-
97eKTpoHHOU moTHOCTH [16]. [ToBepXHOCTH C TOpHEM ONTH-
MU3UPOBAJIACH B OOOOIIEHHO-TPATUEHTHOM MPHOIMKEHUN
T®IT Ilepmio—Banra (GGA PWOIl) [17] co ckamsipHo-
penstuBucrckuM PAW-PWO1 ncesnonorenuumanom st Th.
CTpyKTypa B HayaJle ¥ B KOHIIE ONTUMH3AIIH CXeMAaTHYECKU
n300pakeHa Ha pHc.2 B IBYX MPOEKIMSX, CTPEIKAMHU yKa3a-
HBI HATIPABJICHNS JEUCTBYIOMINX HA ATOMBI CHIT.

Jns mccnetoBaHMs 3apsiIOBOTO COCTOSTHHS TOPHUS HA IO-
BEPXHOCTH ObLIa paccyMTaHa IOJHAS JJICKTPOHHAS ILIOT-
HOCTb JIAHHOM CHUCTEMBbI, NTPOBEJeH OeWIepOBCKUIA 3apsiio-
BbIii aHau3 [18] ¢ moMorpio mporpammel [19]. B tabm. 1 npu-
BeJIEHBI YNCIIa BAJICHTHBIX 3JIEKTPOHOB, 3aJJaHHbBIE B TICEBIO-
MOTEHIIMAIBHON MOJIENN ISl HeMTPaIbHBIX aTOMOB M pac-
CUHTAHHBIE B cucTeMe 1o beliepy. Pa3HOCTH 3THX BETUYNH,
T.e. a¢pdexruHbIe 3apsabl Cs, [ 1 Th, cocTaBisioT B cpeiHeM
—0.812e, +0.814¢ u —0.009¢ COOTBETCTBEHHO, ITPU 3TOM a0CO-
JIOTHAS MOTPEITHOCTh PacyeTa YMCeN BCeX BAaJICHTHBIX JJIeK-
TpoHOB stueiiku (N, = 138) cocraBmia +0.006e. Pasnuuus B
9 PEeKTUBHBIX 3apsiiax BHYTPEHHUX U MMOBEPXHOCTHBIX aTO-
MoB Cs u I paBubl +0.002¢e 1 0 COOTBETCTBEHHO, T. €. HE3HAYH-
TEJIbHBI.

XY

Puc.2. Ilepnomnueckas saeiika MonensHoi moBepxnoctu Csl [110] ¢
OCaKICHHBIM aToMoM Th 10 ¥ mocjie ONTUMH3AINK B MPOeKuu XY
uXZ.

Taba.1. DddextuBHbie 3apsasr atomMmoB B cucteme CsI-Th (cpemnue
3HAYEHUSI 110 BHYTPEHHEMY U TIOBEPXHOCTHOMY CIIOSIM).

ATtom N.(Val) N, (Bader) N, (Val)-N, (Bader)
Cs (BHYTpH) 9 8.187 -0.813

Cs (Ha moBepxHocTu) 9 8.189 -0.811

I (BryTpH) 7 7.814 0.814

I (na mosepxuocru) 7 7.814 0.814

Th 10 9.991 -0.009

N, (Val) 138

N, (Bader) 138.006

Taxum 06pa3oM, U3 pe3yIbTATOB POBEIEHHOIO YHUCIIEH-
HOTO UCCIIEAOBAHNS MOXKHO 3aKIIOUUTh, UYTO IPOUCXOIUT 00-
MEH TPUMEPHO OAHUM 3JeKTpoHOM Mexay Cs u I, a yreuka
3apsina Th oTcyTCTByeT B pefenax MOTPeNIHOCTH, UTO O3Ha-
YaeT OTCYTCTBUE XMMHMUECKOH CBSA3M MEX/y TOPHEM U aTOMa-
MU ITOBEPXHOCTH.

4. BepoITHOCTb BHYTPEHHEH KOHBEPCUU

OCHOBHBIM KaHAJIOM pacrnaja HU3KOJEXKAILEro COCTOs-
Hus B atome Th siBisiercs BHYTpeHHss KoHBepcus [4]. Mbl
IIPOBEJIM PAcUeT BEPOSITHOCTU BHYTPEHHENH KOHBEPCUH C IIO-
MOIIbIO KOMITBIOTEPHOTO KoJ1a, pazpadoranHoro M.M.bann
[20]. Pe3ymbTaT mpeicTaBieH Ha puc.3 B BUJIEC 3aBUCUMOCTEH
BEpOSTHOCTU KOHBepcuH i1t M 1- 1 E2-niepexo1oB kax hyHK-
U SHEPTHU N30MEPHOT0 YpOBHS Ejy B paMKax OJIHOYACTUY-
HoM Mozenu Batickonda npu By, (M1;3/27 - 5/2%) =1. U3
puc.3 BunHO, uto Wic (M1; W) u Wi c (E2; W) ctabo 3aBucsr
OT 3HEPruu nepexoja B auanazone 7 9B < E;; < 17 3B. 1o
BAKHOE CBOICTBO BHYTPEHHel KoHBepcnu B 22°Th, ockomb-
Ky B HACTOSIIIIEe BpeMsl UIMeeT MECTO 3HAUUTEIbHBIN pa3opoc
MaHHBIX 110 BenmmunHe Ej: 7.1£0.23B[3], 7.8£0.53B [21]u 6.3
—183B[l1].

Wcnonw3ys nanneie puc.3 jerko mokasaThb, UTO IIPHU pac-
YyeTe BEPOSTHOCTH paclaia HU3KOJIEKAIIEro N30Mepa B H30-
mupoBanHoM atome Th mam B **Th, naxonsmemcs Ha II0-
BepxHocTH Csl, MOXHO TTpeHeOpeUb BKIIAIOM KaK paaraliy-
OHHOT'O KaHaja, Tak U E2-KOMIOHEHTHI B MPOIIECC BHYTPEH-
Hel kouBepcuu. [lepBoe yTBepkIeHUE CIpaBelIMBO, IIO-
CKOJIbKY KO3((UIIMEHThl BHYTPCHHEH KOHBEPCHHM OYCHb Be-
mmkn. Hampumep, ayy = 5.6x108, ag, = 2.9x10'° 11s sHep-
ruu E;, = 10 3B. Urto xacaercs Bkiana E2-KoMITOHEHTEHI, TO,
Kak BUAHO U3 puc.3, W c(M1; W)/ W (E2; W) ~ 10°. Takum

Wic(MLW) (107 ¢ ™) Wic(EZW) (¢ )

3 50
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® Wic(E2Z;W)
2F o H40
./I—"'f
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Puc.3. BepositHocTH BHYTpeHHel koHBepernu st M1- n E2-miepexoos B
atome Th B pamkax opHouacTHuHO# Monenu Baiickorda xax GyHKmm
SHEPIHU H30MEPHOTO COCTOSIHUSA L.
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06pasom, eciu 11 By, (M1;3/2% - 5/27) B3a1b Benmuuuny Ha
HIDKHEH TpaHuIle MUana3oHa OXKHIAeMbIX 3HaueHui, 0.28x
102 < By, (M1;3/27 > 5/2%) < 5.0x 1072 [12], a Takke Mak-
CHMAJTbHO BO3MOJKHYIO BETUUMHY TS IPUBEIEHHOM BEPOSIT-
HocTH MexknojiocHoro E2-iepexona By, (M1;3/27 > 5/2%) ~
30, To make B 3TOM citydae Bkl E2-KOMITOHEHTHI HE TTPEBBI-
cuT 2%. DTO CyIIECTBEHHO MEHbIIIE TOUHOCTH U3MEPEHHUS Tie-
puonoB nonypacnana Ty, B [2, 3].

Temeph MBI MOKEM TIPEICKA3aTh MEPHOJ MOIypacraia
momMepa 22°Th™ B aToMe TOpHs, HAXOAAIMIEMCS B HEHTPAITb-
HOM XHMHUUYECKOM OKpykeHuu. B padote [3] mist mpuBeneH-
HOH BEpOSTHOCTU M30MEpPHOTro nepexona npu Ei = 7.1 3B
ObLI0 MoNyueHo By, (M1;3/2% > 5/27).

Torma

Tis In2

= ~ 0.9 mxc.
Bw..(E2;3/2% = 5/27) Wic(M1, W)

ITonyuyenHnslii nmepuoa moiypacnajaa MOYTH Ha MOPSI0K
MEHBIIIe U3MEPEHHOTO B pabdore [2]. DTo erko oobsicHumo. B
yKa3aHHOI paboTe m3oMepsl 22 Th™ ocakaamnch U pacrana-
JIUCH Ha MOJTOKKE U3 HUKEJIEBOTO CIIaBa 0e3 MpeIBapuTesIh-
HOM OYMCTKU ee TIOBEPXHOCTH. Takue MOMIOKKU MpaKTHUe-
CKU ITOJIHOCTBIO IIOKPBITH OPraHUKOH U, INIABHOE, MOJIEKYJIa-
Mu Bozbl. [Tockonbky Th — XMMHUUECKU-aKTUBHBIN 3JIEMEHT,
OH cpa3y o0pa3yeT COeIMHEHUs C KUCIOPOAOM, OKUCISSACH
IIPH 3TOM U OTJaBasi BAJIEHTHBIE 3JIeKTPOHBI. (Bpems mpoTte-
KaHMsI TAKUX XUMHUECKHX PEaKIUi MHOT'O MEHbINE €IMHUIL
MHUKPOCEKYH]] — XapaKTEPHOT'O BpPEMEHU KOHBEPCHOHHOTO
pacnaja usomepa.) A Tak Kak BHyTPEHHsIS 3JICKTPOHHASI KOH-
Bepcust Ipu pacnaie >°Th™ MpoucXoaNT KaK pa3 HA BaJIeHT-
HBIX 781/~ U 6d3/-37IeKTpOHAX W HUKAKUX JIPYTUX, BEPOSIT-
HOCTB 3TOTO IPOIIEcca B COSTUHEHUSIX TOPHS C KHCIOPOIOM
JIOJDKHA YMEHBIIUThCs. UTo, IO BCeil BUIMMOCTH, U HAOJIIO-
JIaJIOCh B OKCIIEpUMEHTE [2].

5. 3ak/roueHue

B pesynbTaTe neTanbHBIX 3KCIIEPUMEHTAIBHBIX U TEOpe-
TUYECKUX UCCIIENOBAHMI B HAcTOsIIEH paboTe NOKa3aHo, UTO
pacraji aHoMalbHO HU3KOINeKaIero uzomepa >2Th™ no ka-
HaJIy BHYTPEHHEH 2JIEKTPOHHON KOHBEPCHUHU HA TTOBEPXHOCTHU
o 10Ky u3 Csl mpoucxomuT ¢ Toi ke CKOPOCTHIO, UYTO U B
HeiirpaapbHoM atome Th, T.x. Th He 00pasyer XUMHUYECKUX
cBsizeil ¢ nmoBepxHocTbiO Csl. B 3TOM cMBICIIE TOBEPXHOCTH
Csl ynmobna mns mpoBefeHUs MOJOOHBIX HM3MEPEHUH, I0-
CKOJIbKY OHA HE BJIMSET Ha MapaMeTpbl BAJIEHTHBIX COCTOS-

4 KeaHmoeasi anekmpoHuKka, m. 48, Ne 5

HUI aToMa Topusl. PaccunTaHHbIil HaMK epuo/I Iolypacma-
na >Th™ B HeliTpaTbHOM aTOME TOPHUS M B PACHIOIOKEHHOM
Ha noaoxke Csl cocrasnser mpumepno 0.9 Mc nipu sHEpTUN
n30MepHOTO YpoBHS Eiy = 7.1 3B. DTO mouTu Ha MOPSAOK
MeHBbILEe U3MEPEHHOTO Tlepuoa nonypacnana 2> Th™ na Heo-
YUIIEHHON HUKEJIEeBOW MOBEpXHOCTH. Takoe paznuune 00b-
SICHSIETCSl CYILIECTBEHHBIM M3MEHEHHEM CBOWCTB BAJIEHTHBIX
opowuTaneii Th mocie 06pa3oBaHUs XUMHUUECKUX COCTMHCHU I
C KHCIIOPOJIOM.

Pa6ora 6bina nognep:xana PH® (nmpoext Ne16-12-00001).
ITpu npoBeneHun padboT OB UCIIOIB30BAHBI PECYPCHI BbI-
COKOIPOM3BOAUTEIBHOTO BRIUNCIUTENbHOTO HeHTpa HUAY
MUDU.
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