


P17 - 11341

T.Ppayenxaiim

PACHIEITNIEHHE 3JEKTPOHHBIX MYJILTHHJIETOB
AJIsl KOHOPUTYPALIMHU (51)2 MO AEMCTBHEM
KYBHYECKOI'O KPHCTAJIJIMYECKOI' O NMOJA

H BEPOATHOCTHU NEPEXOJA0OB MEXIY

HAWHHU3IUIMMH SHEPTETHYECKUMH YPOBHJAMH



®payenxaitm T, P17 - 11341

Pacmennende 3NMeKTPOHHLIX MYALTHIOAETOB AN KOHOEIypalHK
(50) 2 non neficTBaeM KyGHHeCKOro KPHCTAN/IHYeCKOro nons

B BEPOSTHOCTH MepexofoB MeX1y HaAHHH3IIAMH SHepreTHYeCKHMH
YPOBHAMH

PaccMmartpupaeTcs pacmeniieH#e 3/IeKTPOHHBIX MYI/ILTHNNETOB, B OCO6eH-
HOCTH OCHOBHOT'O My/bTHN/ETa .3H4, AKTHHHOOB KOHQHI'ypaluuH (302 8 Ky=
6HEeCKOM KPHCTANNHIECKOM IOJle H BHLIYHC/AMIOTCH BEPOATHOCTH NepexoloB
Mexay HAHHH3UWHMH YPOBHAMH 3SHeprdH.

Ha ocHope nasHHBX Onsg CBOGOAHOrO HOHA YYHTHLIBAETCH NpEMECH pas3—
NRYELIX J -MyALTHNAETOB X OCHOBHOMYy Myiabtunnery “H,. Peayabrars pac-
men/ieHAA 3/EKTPOHHLIX MYJbTHIJETOB H BEpPOSITHOCTeRt Nepexoaos o6cyxaa—
0TCH B 3aBHCHMOCTH OT CH/LI KpHCTA/NIARECKOro nong. Peaymerarn a3sa-
YHTENLHO OT/AHYAKTCH OT NAHHBIX ANR pelKO3eMellbHBIX 3/IeMEeHTOB, Y KOTOPHIN
BeJIHYHHA KPHCTA/NIMYeCKOro NMOJAA MeHblle, 9eM Y AKTHHHAOB,

Pa6ora BninonHesa B Jla6oparopur HedArponHoi ¢uamxu OUAI.

Coobmenze O6beArHEHHOrO HHCTHTYTA snepHbX uccnenosannfl. [yGra 1978

Frauenheim T, P17 - 11341

Electronic Multiplet Splitting for Actinides with the
(51)¢ Configuration in Cubic Crystal Fields and Transition
Probabilities between Low-Lying Energy States

Electronic multiplet splitting of actinides with the (5!)a configu-
ration in cubic crystal fields are described and the transition pro-
babilities between the low-lying energy states are determined.
Starting with the free ion results, the coupling of different J-mul-
tiplets are taken into account in our calculation, and the results
of crystal field splitting and transition probabilities in dependence
of the crystal field strength are discussed. The results are very
different from those for rare earth, where the strength of crystal
field is much lower, .

The investigation has been performed at the Neutron
Physics Laboratory, JINR,
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1. BBE/JEHHE

PacumenneHno 3JIeKTPOHHKIX MYJbTHIUIETOB B pa3IHYHBIX
KPHCTANINIAYECKHX COENHHEHHAX MOCBAILIEHO 6oJblIOEe YHCIIO
3KCNEePHMEHTAJIbHHX H TeOopeTHYECKHX palGoT H NHO 3THM
BONpoOCaM HMEITCA NoxpobHuie 0030pH /1,

I'aMENLTOHHAH, oNpeleNAWHA 3HEPrHH 3J€KTPOHHBIX

YPOBHeH, OOLIYHO NpeACcTaBIAETCA B BHAE
H=H,+H . /1/

I'aMEnbTOHHAH CBOGOAHOrO0 HOHA H, , onAchiBalomEi BCe
B3aHMOJEHCTBHA BaJIEHTHLIX 3JIEKTPOHOB B H30JHPOBAaHHOM
BOHE, COCTOHT H3 KYJIOHOBCKOro - H_ HCHHH- OpOHTaIBHOrO
-H., -B3aEMoneHcTBHA. Hyp, - raMEIBTOHHAH KPECTAIUIHYE -
CKOro mnona. B pamkax MoIeNH KDPHCTAJJHYECKOro NONA
f -3eKTpOHB B TBEPAOM Telle KOJUIEKTHBHO XapaKTepH3y-
IOTCA B3aHMOACHCTBYIOUIAMH MHOT'03JI€KTPOHHBIMH BOJIHO-
BbIMH QYHKUHAMH. BEIGOD KBaHTOBHIX YHCEN 3aBHCHT OT
OTHOCHTENIbHBIX CHJ Y4YHATHBaeMbX B3ammomneiicTBmii /3/ .
Hau6onee BaXXHBIMH H3 HHX /A AKTHHHOOB ABJAIOTCA:
KYJIOHOBCKO€ B3aHMOIEHCTBHe /He ~ 104 MaIB/, cnun-op-
6aTansHoe /H 5300 m3B/, B3aEMOAEHCTBHE KPHCTAIUIH-
4YEeCKOIr'o noJjs 7HK ~10 2 M3B/ u o6MeHHOe B3aEMOnEHCTBHE
/}{)6:10 M3IB/. Cunml B3aHMOIEHCTBHH MO aKTHHAOOB
/B cxoﬁxay ONpeAeAIOTCA H3 3KCHEepHMEHTAJIbHhIX pe€-
3ynpbTaToB / ¥/,

Ilpr y4eTe TONBKO KYIOHOBCKOIO B3auMOAeicTBHSA /ce-
PEYECKas CHMMeTpHA/ BONHOBHE OQYHKUHH 3JIEKTPOHHOH
CHCTeMbl XapaKTEpH3YIOTCA KBAHTOBHIMH YHCJIaMH L /mon-
HHH OpPOHTaNbHBIH MOMEHT KOJIHYE€CTBa ABHXEHHA/ H S
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/nonHuii cnak/. Ilpn no6aBneHHH CIHH- OPOHTAIBHOrO B3aH-
MoneiicTBHA /chepHUeckas CHMMeTpHA/ pa3Hune S—L -KOH-
dErypauss cmemHBalOTCA APYF C ApPYroM H J /MONHEE
MOMEHT KOJIHYeCTBa IOBHXKEHHf/ ABJIAETCA B 3TOM cCiyyae
XOPOIIAM KBAHTOBHIM YHCJIOM AJIA ONMHCAHHA BOIHOBBLIX GYHK-
uEii cacteMn f -3nexTpoHoB. Iloag neHCTBHEM KDHCTAJLIH-
yeckoro noas cpeprnyeckas CAMMETPHA y HOHA HapymaeTcs
H TeM CaMBIM CHHMAEeTCA BMPOXICHHE BONHOBHIX (QyHKUHMH
N0 MpoeKuHAM M j KBAaHTOBOrO YHCNA J.

Ecna cHIa B3aHMOAEHCTBHA KPHCTAJUJIHYECKOro monus
CONOCTABHMA C PACCTOSHHEM MEXAY Pa3HBIMH J-Mylb-
THIIIETAMH, COOTBETCTBYKIHM KBAHTOBHM YHCIOM 1A
XapaKTePHCTHKH MHOIO3JIEKTPOHHOH BOJIHOBOH QYHKUHH AB-
nfeTcA HeNPHBOAHMOE NpeAcTaBlieHHe | Ipynnm TOYeYHOH
CHMMETpDHH. JInfA AKTHHHIOB NPH NOCTPOCHHH BOJIHOBBIX
dyHKUHEE HeO6XOOHMO YYHTHIBATH CMe€Chb Da3HHWX J-Mynb-
THNIETOB. JIHArOHANMH3HPYA MATPHUY MNOJIHOTO FaMHIBLTO-
mdaHa <1| (Hy+H, NI'"™>, MW nonydyaeM N pa3JHYHHX 3Ha-
yeHnii o9Heprmd (N<2J+1) @ana 31eKTPOHHHIX YPOBHe#
MYJALTHNJIETOB, pACIIENJIEHHWX B KPHCTAJMJIHYECKOM HoJje.
Pe3ynpTaTh 3HAYATENBHO OTJIHYAKOTCA OT JdaHHWX ANA
peaAxo3eMeNbHBIX 3JIEMEHTOB, Y KOTOPHX CHIIA KPHCTAJUIH-
YeCKOro MOJIA MeHbIIe PaCCTOSHHA Mexay J -MyJabTHNIE-
TaMH, H CMECbK TaKHX MYJBTHIJIETOB B OONLIIHHCTBE
cliyyaeB MOXHO npeHelpeus.

B panbHeilimeM TakKxke OMNpeAeNsanTCcA H 00CYyXIAKTCHA
BEPOATHOCTH II€pPEeXONOB MeXXAy HAHHH3IIHMH 3HepreTH4Ye-
CKHMH YPOBHAMH, DACCYHTAHHHE C YYETOM CMECH Ppa3HHX
J-coctosnHi. MMewTcAd B BHAY BEpPOATHOCTH INEepPeXoloB,
KOTOpPHWE BO3HHKalT B AndpdepeHuHanb,HOM CeYeHHH pac-
CeAHHA TENJIOBHIX HEHTPOHOB Ha IepexoAaXx MeXIay KpH-
CTaNNEYeCKHMH YPOBHAMH /5/

2. CXEMA HEPIrETHYECKHX YPOBHEH

1A KOH®HI' YPALIHH (5f)2
B KYBHYECKOM KPHCTAJIVIHYECKOM
IIOJIE H BEPOATHOCTH NIEPEXOZAOB

HCcXxOAHWM IOJIOKEHHEM ][I OIpelelIeHHA pacCclienNneHHsd
3JIEKTPOHHBIX MYJNBLTHIJIETOB B KPHCTAJUIHYCCKOM IIOJIE AB-
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JIAI0TCA pe3ynbTaTH pacyeToB ANA cpoGogHoro moma/3/ |
KOTOpHI€ MONy4aloTCA CHEeAYIOWAM nyTeM. Hcnonb3ys Bonmo-
Bble (QYHKUHH, TNONYyYeHHHE B COOTBETCTBHH C paccen-
CayHepPCOBCKOH cxeMoii CBA3H MEXIy CHHHOBHIM (S) H op-
6ETanbHIM MoMeHTaMH (L), KOHCTPYHPYKOTCH BOJHOBHIE
GYHKUHE B BHAE JIHHeHHBHX KOMGHHAUHH BOJIHOBRIX dyHKumi,

2 2
|adM | > =2 <(50)7 SLIMs|aIM ;> |(5)" SLIM 5>,

/2/

’

lal> = §J<QJMJIQJ> ]aJMJ>

@ - DOMONHHTEJbHble KBAHTOBHE YHCNA. C OMOLILIO BOJIHO -
BWX ¢yukumii /2/ onpemensmorcs MATPDHYHBIE 3JJI€EMEHTH
raMuIbLTOHHaHa cBoGogHoro moma H,=H +H. | CnaH-
opOHTanbHOe B3aHMoOOeHCTBHe B cliyyae af(THHI(l%OB YXe He
ABNAETCA TAKHM CclabwM, Kak 3To HabmomaeTcs nis PeaKo-
deMenbHuX HOHOB. IloaTOMy 3gmecs cnemyeT OXHZATh He
HHCTYIO pacceJi- CAYHNEPCOBCKYIO CXeMY CBfi3H, 4 IPOMEXY -
TOYHYI0. 3JTOT ¢aKkT Habmomaics npu BoI6Ope BOJIHOBHIX
dyuxunii B BHge /2/. Bo3HHEKaIOmHe HeomnpenejleHHLIE napa-
MeTpH /CHA3TEepOBCKHE HHTerpanm F_, F F_ W cnuu-
OPGHTANBHBLIH pafHANBHWE HHTErpan 51 7 n<>6nyqalo‘l'cx
B pe3ynbTaTe NOArOHKH NApaMeTPOB K 3KCIEPHMEHTAIbLHBLIM
AAHHBIM ONTHYECKOH CNeKTPOCKONHH. B pe3ynnTaTte mEaro-
HallH3allHH MATDHUL TaMHILTOHHAHA CBOGOXHOro HoHa’3/
NONYYATCA HEHTPH THAKECTH MYILTHIJIETOB H COOTBETCT -
BYIOUIHE BOJHOBHE (YHKUHH NPOMEXYTOYHOH CXeMmul CBA3H,
XapaKTEpH3YyIOlHEeCAs KBAHTOBHIMH YHCIHaMH J. Pe3ynsTH-
PYIOUIHE UEHTPH TAXKECTH MYJIbTHIUIETOB H BOJIHOBhIE Gy HKUHE
npeacTaBlieHn B mabauye.

9TH pe3ynbTAaTHl ABAAIOTCA OCHOBOH I onpeneneHHs
PACWICINIEHHS PAa3JIHYHLIX J - MYJIbTHIJIETOB B KyGHYECKOM
KPHACTANJIHYECKOM MOJIe.

{H0+pr¥|F>=E|F>. /3/

BonHoBue (yHKUHE KpHCTalLIHYeCKHX ypoBHeii |I">, xapak-
TEPH3YIOUIHECHA IO HENPHBOAHMBLIM NpEeINCTABJIEHHAM TOoYeY-
HOH rpynnnl CHMMETDHH, MOXHO KOHCTPYHDOBATb H3 BOJIHO-
BBIX QYHKUHH OTAENLHMX J-COCTOSHHI,



Tabauya

MynbnTHIIE - IleHTpW THAXKECTH BonHoBbie (QYHKIHHA
THl MYJIBTHIIJICTOB
E‘{) /m3B/

3/ 3

H', 0 0939°H,>-0,331] '6,> + 0,094 °F , >

3 ’

Fy 463 0,935 3F,>+ 0,334/ 1D,> +0,080 | 3p, >

HY 635  [3H >

3~

Fy 933 1%F >

R

34 961 - -0,308°H,>-0,687| 'G,>+0,658| °F , >

3HI 3 1

p 1185  0,969|°Hg >-0,247| '3, >

1~

G, 1701 0,1531°H >+0,647| 'G, >+0,747/%F >

3P6 1756 0,963|3P >-0,721|18 >

0 0
> = $<al|I'>]al>. /4/
J

Hcnonb3ya pe3yiabTaThi AJIA CBOOOAHOT 0O HOHA /cM. mabauyy/,
nojgydaem clieaylllee MATPHYHOE YPDaBHEHHEe:

A A | ,
§<aJ|F>{HKp+E08JJ, —E.BJJ,} =0, /5/
MaTpHYHBIE 3JJIEMEHTH H}J(J=<JIHKp J> npawtcs B BHOe

JHHEeHHLIX KOMOHHAIHH MATPHYHKIX 3JIEMEHTOB C HCXOAHBLIMH
BOJIHOBBIMH QYHKUHAMH

<(5)*SLIM |1 kb |GEHZS LI M, >, /6/

PacuienneHde ypoBHEeH MYJIbTHIUIETOB 3aaHHOH 3JIEKTPOHHOH
koHArypauss (51 noa AeHCTBHEM KPHCTAJIJIHYECKOT O
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NOJIA ONHCHBAETCA B XOpoWeM NPHONHKeHHH 3(PPEeKTHBHBIM
raMaJbTOHHAHOM /6/:

n 4 4
H =3 X 3 A Y, Q.).
M i f=248m—t " ﬂ,m( ) /7/
Yﬂ m(ﬂ i) - o6myHLIie cpepHUecKHEe QYHKUHH YIJIOBBIX KOOD-

OHAAT i-TOoro 5f - anexTpoHa. Ilockonbky Hgp HoJKeH
6LIThb HHBAapHAHTEH K J00oMy npeo6pa3oBaHHIO JAaHHOH
TOYeYHOH rpynnsl CAMMETPHH, YaCTh MapaMeTpPOB KpPHCTA-
NHYEeCKOro mojas A m of6pamaeTcs B HYNb. YeM HHXe TO-
yeyHasi CHMMETpHA, TeM OoJjbliee YHCIO A £ 0. B cuy-
yae KyOHUecko# CHMMETDHH TOJbKO NapaMeTphl AL, ¢©
! =4,6 8 m= O, +4 OTNHYAIOTCA OT HYyJA.

Hcrnonbiys TeH3opHylo anre6py Paka, MaTpHYHEIE 3J1€-
MEHTh TraMHJIbTOHHAHA KpHCTajanayeckoro mona /7/ nns
KOH}HrypaluHH (5f) 2 MOXHO BBLIYHCJIHTB ClI€AYIOWHAM 06-
pa3oMm

2

<GHLSM | 3 Y, (@)D LSTMP =

i= 1,8

2f +1 }1/2
Ar

MJ+S+J+J'

—— 141 (-1) 8- (AL IX2L ) (2T+1) (27 4] ~,

fL°L 033 033 1LY /8/

'3 3 3HSL’LH000)(—MJmMJ).

IlpoBoasA napaMeTPH3AlHIO KPHCTAJIHYECKOIO MOJA CO-
rnacio npeajoxeHuo JIm, JIncka, Bonbda /8/, nepedagemM
K napametrpaM x H W . B mapamerp x (-1<x<1) BXOAHT
OTHOIIEHHE A%/A%, T.e. OH ONpeAeNiAeT BKIAajA 4leHa 4-ro
NnopsAAKa N0 OTHOWIEHHIO K 4YiIeHy 6-ro NopAAkKa, W /m3B/ -
napaMeTp HOJHOTO paciieNjeHAAs MYJIbTHNIETOB, ONMHCHIBAIO"
WEH# CHJy KpHCTAJUJIEYeCKOro nojis. Peuwas MaTpHYHOE ypaB-
HeHHe /6/ H yUHTHIBafA CMeCh Pa3HmIX J -COCTOfIHHHA, MOy~
yaeMm, B 3aBHCHMOCTH OT napaMeTrpoB X, W, pacuienneHue
OCHOBHOr0 MYJbTHIUIETAa. Pe3ynbTaThl moka3aHn Ha puc.l

/1/-/11/.
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Puc. 1. Pacyenaenue ocCHO8HO20 Mysbmuniena 3H4 UMYADL-
munaema 3F, 0aa xonduzypayuu (5f)2 e xybuvecxom Kxpu-
CRANAUYECKOM nose U 6EPOAMHOCMU Nepexodo8 Mexoy Hau-
HUSWUMU INHepzemuUvYeCcKkUMU YPOGHAMU 6 3AGUCUMOCRU OR
napamempog KpucmaaAu4ecko2o noAs x u W,
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BepoATHOCTH mNepexoAoB MeXAY KpPHCTAJUIHYeCKHMHA
YPOBHAMH OCHOBHOIO MYJIbTHIJIETA, a TAKX€ BEPOATHOCTH
CaMbiX HHTEHCHBHBIX NIEPEX0JOB K NEPBOMY BO36yXKIEHHOMY
MyNbTHINIETY NOKa3aHwl Ha puc. I /12/-/22/. BepoATHOCTH
nepexonosB /9/ omnpenenAnHch B paMKax NHIOJBHOIO IIDH-
ONHEXKeHHA

21 2 .
I<T13 | 77> =3—{|<F|J+|F S| % 4 <D |T > %
+ 21013 |02, /9/
J+, J_, JZ- onepaTopsl NOJHOI0 MOMEHTa KOJIHYeCTBa
IBHXXEHHA.

3. JHCKYCCHA

IIpEMech pa3HBIX J -MYJbTHONETOB K OCHOBHOMY MYJIb -
THIUIETY (5f) 2 -KOHPHrypaunn /akTHHHAB/ 0GyclloBNHBaeT
CHH)XXE€HHE IEeHTDPOB THAXKECTH BCE€X MYIbTHIIETOB. Jomou-
HHTe/lbHBIM 3()PeKTOM NpHMEIHBAHHA ABJNAETCA TEHICHIHSA
OTTAJIKHBAaHHA ILEHTPOB TSXKECTH BCE€X MYIbTHILUIETOB. B
4YaCTHOCTH, BCE€ YDOBHH, NpHHAaJJIeXallHe OJHOMY HENpPHBO -
JHMOMY NPEeACTABJIEHHIO TOYEYHOH rpynnsl CHMMETPHH, OT-
TAJIKHBAKOTCA /HanpaMep, nybaern F3 MYJIbTHONIETOB 3H4 H

F,/.

Kax Bagno u3 puc.1/1/-/11/, nEHe#iHOCTDb paculeIeHAS
OCHOBHOI0 MYJIbTHOJIETA BCJeNCTBHE NPHMECIIHBAHHA pa3-
HeIX J -MYJIbTHIJIETOB YXe IpH 3HAYEHHAX NapaMeTpa
W >0,5 M5B HeMHOro Hapymaerca. JJis peAKO3eMeIbHLIX
3eMeHToB /W< O,5 M3B/ OTKIOHEHHS OT JIHHCHHOCTH He-
GoyibliHe H CMECh Pa3HLIX J -MYJbTHIUIETOB HMEET BTOPO-
CTelleHHOEe 3Ha4YeHHe. B oTAH4YHE OT peAKO3eMeNLHLIX HOHOB,
aKTHHHAB YYBCTBYWT B TBepAOM TeJie O0ojiee CHIbHOE
KpAEcTannayeckoe none /W= 2 5o 6 MaB/. D10 o6BACHAETCH
TeM, YTO 5f -3JIEKTPOHBI JIeXKAaT He TaK riy6oKo B HOHE, Kak
4f -37MeKTPOHKI PeAKHX 3eMeJb, H TEM CAMbIM HMEIOT cliaboe
3KpaHHpoBaHHe. BciencTBHe Gojlee CHIBHOIO KpHCTAaJUIAYE -
CKOroO MOJIA H JHHEHHOCTh pacCUleNIeHHA OCHOBHOIO MYJILTH-
mleTa 3HAYHTeNbHO Hapymaerca /puc. 1 /1/-/11/m 2/.
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Puc. 2. Pacyenaenue 3H4 -myasmunaema (5)° - Konpu-
2ypayuu 6 3a6uUCUMOCMU Om Napamempa KPUcCmaaau4eckozo
noAs x 0AR PA3HBIX CUA KPUCRAAAUHECKO20 noas W.

Ha puc. 1 /3/-/9/ cnenyetr o6paTHTh BHHMaHHE Ha TO, YTO
NojiHOE€ pacliell/lecHEe B 3aBHACHMOCTH OT YBeJIHYE€HHSA CHIB
KPDHCTAJUIHYECKOro MNoJifs, N0 CYymecTBY, He H3MeHfeTcCH.
EclH cHNa KpHCTAJUIHYECKOro IOJis Bo3pacTaeT A0 3Haye-
HEA W= 4-6 MmIB, 3aMeTHO CHHXaeTCsa JHepresa aybnera
'y m3 3F2 -MYNLTHIJIETA, H OH NMPHEGAHXKAETCA K OCHOBHOMY
MYJIbTHIUIETY.

910T $aKT BHpaKaeTCi B BO3HHKHOBEHHH NOCTATOYHO
GoJILIIAX BepPOATHOCTEH MepexoxoB MeXAY YPOBHAMH OCHOB-
HOro MYyJIbTHIJIETa H ayOnerta Fs H3 3F2 “MYJnbTHILIETA
/cM. puc. 1 /14/-/20//. OBHOBpEMEHHO C BO3HHKHOBE€HHEM

1"



HOBHIX NEpeXoJ0B YMEHbINIAIOTCH BEPOATHOCTH NepexodoB
MeXJ1y YPOBHAMH BHYTDH OCHOBHOr0 MYJBbTHIUIETA H OHH
Jaxe MOryTt OmTh cnabee mepexolJoB K MEPBOMY B036yx-
JeHHOMY MyabTHONEeTY /puc. 1 /16/-/18//.

TaxEM o00pa3oM, NOpH HHTEDNPETANHH CNEKTDPOB HEyml-

PYroro paccCesHHSA TemJOBhLIX HEHTPOHOB HAa COEIHHEHHAX
AKTHHHIOB HaJ0 YYHTHBATh KaK Nepexoabl MeXIY YDOBHAMH
OCHOBHOI'0O MYIbTHIUIETA, TaK H Mepexoln MeXAy YPOBHAMH
OCHOBHOTI'O H NEePBOro Bo36yXIEHHOro MYJIbTHIJETOB.
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