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IIpoBeneHa ontumusanusi 6asUCHOrO Habopa raycCOBBIX (DYHKIMIA IJISI PENIATUBUCTCKUX PAacyeTOB XMMUYCCKHX
CBOWCTB CBEPXTSDKEJIOro 3jIeMeHTa ¢ 3apsioM sapa Z = 119. IosydeHHslit 6a3uc MCIOIb30BaH IJIS BHIYUCIICHUS
HOTCHIMA/IA HOHU3ALMK U CPOACTBA K JIEKTpoHY 119-ro 3jieMeHTa B paMKaX OJHOCCBUIOYHOTO METONA CBSI3AHHBIX
KJIACTEPOB U METOJIa CBSI3aHHBIX KJIACTEPOB B mpocTpaHcTBe Poka.
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BBEHEHVIe YUCJla OCTOBHBIX JJIEKTPOHOB M pa3MEpoOB OCTOBa, U C
OpYroil CTOPOHBI — C BO3PACTAIOLIUM BJIMSHHEM PpeJIiTH-
OTKpBITHE U H3YYEHUE HOBBIX XUMHUYECKHUX 3JIEMEHTOB BUCTCKHX 3((eKTOB, 00yCIIOBJICHHBIX YBEIMYCHUEM 3apsna
HoJIroe BpeMs SIBJIAETCA OOHOW M3 Ba)KHEHIIMX obJacTteit spa [8].
¢usnueckux uccnenoBanuit [1). Ha maHHBII MOMeEHT ca- IMoteniman wonnsaimu (IP), CPOmECTBO K 3JIEKTPOHY
MBIM TSKEJIbIM CHHTE3UPOBAHHBIM CBEPXTSKEIbIM 3JIEMEH- (EA) u monspusyemocts E119 Obuti BBIYHCIICHBI B pa-
tom (CT3) sisierca oramecon (Og, Z = 118) [2], ko- Gotax [9-16]. PacueThl XHMMYECKHX CBOWCTB COCMHHE-
TOpBI 3aMBIKaeT ceIbMoO mepuon Tabyiel MeHneseesa. it E119H, E119F n E119Cl npoBomwimce B pado-
Crnenyrommii 32 HAM SBJISICTCS IIOKAa €II€ HE CHUHTE3W- tax [13,17,18]. B GoJbIIMHCTBE 3THX PACYETOB HCIOJB30-
POBaHHBIA 5Ka-(paHINN, TAKKE H3BCCTHBIA KaK YHYHEH- Baynch Oasucel, momydenusie meronroM GCDF (Generator
muit (Uue, Z = 119). Tonwitka cunte3a 119-ro snementa  Coordinate Dirac—Fock) [19,20] u ero ycosepmeHCTBO-
(E119) 6bima mpemmpunsta B LeHTpe 1o M3ydeHmio Tsike- — BaHHOM monmHOMManbHoi Bepeueit (p-GCDF) [21]. Otm
JIBIX MOHOB mMeHH I'enbmrosbua B Japmmragre (GSI) [3]. 6asucHble HAOOpBHI aZAaNTHPOBAHBI IMOJ pacdeTbl METOIOM

B TeueHne HECKOJIBKMX JIET JKCIEPUMMEHT IPOBOIUTCA B Hupaka—®oka, a MOTOMy MOIYT ObITh HEONTHMAJbHBIMU
NHctutyTe (DU3MKO-XMMHYECKHX HcciienoBaHuil B AmnoHun AUl pacY€TOB METOMAMH, YIUTHIBAIOMIMMU KOPPEIAIMOHHbIE

(RIKEN) [4]. OnbiTel M0 CHHTe3y 3Ka-(paHiusi [UIaHHpY- s¢dekTel. B mammoi paboTe mpowWsBeneHa ONTHMHM3AIMA
ercsl ocymectBuTh B OOBbEAMHEHHOM HHCTHUTYTE SIEPHBIX GasucHoro Habopa raycCOBbIX (YHKLUMA 17151 dKa-ppaHuwsl,
uccaenoanuil (JINR) [5], a Takke B UKIU3THCKOM HHCTH- nosy4enHoro merogom P-GCDF B pabote [18]. C ucnosns-
TyTe coBpementoii ¢pusukn (IMP) [6]. 30BaHMEM ONTHMU3MPOBAHHOIO 6a3Kca ¥ METOIA CBA3aHHbIX

VHTepec K H3yUYeHHIO CBOMCTB CBEPXTSUKEIBIX 2JIEMEHTOB KJIACTEPOB OBbUIM YTOYHEHBI 3HAYEHUS MOTEHIMAa HOHU3a-
BO MHOTOM CBSI3aH CO CTPEMJICHHEM ONpPEIEINTh IpaHumy WM U CPOACTBA K anektpony E119.

IIPUMEHUMOCTH IEPUOANIECCKOI'0 3aKOHa, COTJIAaCHO KOTOPO-

My 93JIEMEHTHl MMEIOT CXOXKHE€ CBOWCTBA C OPYTUMH 3Jie- TeopeTuueckne metoapl
MEHTaMH TOil e rpynmsl (roMonoramu). OOHAKO HEpPEIKH

ClTydad, KOIla HEKOTOpbIE CBOWCTBA CBEPXTMKENBIX 3Je- PacYeTsl MOTEHIMAIA HOHU3AIUN W CPOICTEA K JJIEKTPOHY
MEHTOB CYIIECTBEHHO OTJIMYAIOTCS OT TEeX JKE CBOMCTB UX 9Ka-(hypaHIKs ObUIM BHIIOJIHEHBI C HCIIOJIb30BAHUEM IIAKETOB
Gonee sierkux romosioros. Tak, Hampumep, B pabote [7] nporpamm DIRAC [22,23] u EXP-T [24,25]. Tns ydera
OBUIO YCTAHOBJIEHO, YTO OTaHECOH UMEET IIOJIOKHUTESIbHOE 5} (hEKTOB 3JIEKTPOHHON KOPPENALUH B MpPEABAPUTEbHBIX
CpPOJICTBO K 3JICKTPOHY, 9TO IPHHIUNHAAIBHO OTJIINYAET €ro pacyeTax HCIOJIb30BAJICS PEIATHUBHCTCKUN METOJ CBSI3aH-
OT OCTaJIbHBIX OJaropofHbIX ra3oB. OTimYme B 3J1€KTPOH-  HbiX Kiactepos B mpoctpanctBe Poka (FS-CC) [26]. Dror
Hoit cTpykrype CTD oT crpykTypel mx Oosiee JIeTKuX ITOAXOM TIPEIoyaracT MoCTpoeHNe IPPEKTHBHOTO TaMIJTh-
TOMOJIOTOB CBSI3aHO, C OJHOH CTOPOHEI, C YBEIMYCHHCM TOHHAaHa B MONEJIBPHOM IIPOCTPAHCTBE, ONPENEIICHHOM BBHI-
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OpaHHBIMH BaJICHTHBIMH ONHO3JICKTPOHHBIMH (DYHKIIASIMIL
B namem pacuere cexktopy OhOp mpocrpanctBa Poka
cootBeTcTBYeT KoHGurypamus [Rn]5f146d107s27p® (katu-
oH), cexktopy Ohlp — [Rn] 5f 46d!°7s27p%8s! (meitrpass-
HBlii aToM), a cektopy Oh2p — [Rn]5f46d!107s27p%8s?
(anuon). ITpu onmTumu3amu GasHCHOTO HaboOpa raycCOBBIX
¢yakuuii B pamkax Meroma FS-CC Obul mpuMeHeH Me-
TOf 0OOOIIEHHOTO PENIATHBUCTCKOTO MOTEHIMANa OCTOBa
(GRECP) [27,28], uCmoib30BaHHE KOTOPOrO IIO3BOJIMIIO
UCKTIOUUTh M3 paccMoTpeHusi 110 OCTOBHBIX 3JIEKTpO-
HOB.

CorylacHO TpeIBapUTESIbHBIM pPacdyeTaM, BBINOTHEHHBIM
B pamkax mnoaxona FS-CC, oCHOBHBIE COCTOSIHUS HeEH-
TpasibHOro aroma E119, a Takke ero kaTumoHa W aHH-
OHA OIMCHIBAIOTCS ONHOCCBUIOYHBIM MeTomoM. I[loaTomy
(vHATbHEIC pacueTHl MOTCHIMATAa HMOHM3AIWH W CPOJICTBA
K 9JICKTPOHY BHIIOJHSUIACE B PaMKaX OIHOCCHIIOYHOTO
METOJIa CBSI3aHHBEIX KJIACTEPOB C YIETOM OJHOKPATHBIX, JBY-
KPaTHBIX M ITIEPTYpOATUBHBIX TPEXKPATHBIX BO30YXKICHUI,
CCSD(T). B kavectBe e raMHJIbTOHHAHa HCIOJIb30BAJ-
Csl YeTHIPEXKOMIIOHEHTHBIH PEJIATUBUCTCKUI raMUJIbTOHUAH
Hupaxa—Kysnona (DC):

N N 1
Hpe = A" [> P+ = At (1)
i=1 i=2, !
j<i
me hP — OOHOJIEKTPOHHBI TramMusibTOHMaH upa-
Ka, BKJIIOYAlOIUA B cebsA B3aUMOACHCTBHE C  SI-

poM, IUIOTHOCTH 3apsdla KOTOPOTO OIHUCBIBACTCA pac-

npenestenneM Taycca [29], N — wumcio  3jekTpo-
HOB, [jj pacCTOsiHME MEKIY i-M U j-M  3JIEKTpO-
Hamu, a At — mpsMoe NPOM3BENCHHE OTHOIJICKTPOH-

HBIX IIPOEKTOPOB Ha IIOJIOKHUTEJIBHBIA CIIEKTp onepaTopa
Jupaka—®oxa hPF.

Hamu Taxxe ObLIM BBIYKMCIICHBI JOINOJHHUTEJIBHBIE I10-
IpPaBKM K IIOTEHLIHMAJTy MOHM3ALMd U CPOACTBY K O3JIEK-
TPOHY, BKJIIOYaloIe B ceOd BKJambl [ayHTa M KBaHTOBO-
aneKTporuHamuueckux 3¢¢exros. Oneparop B3auMopeil-
ctBus 'ayHTa

vg = e )

Fij

ObIT BKJIIOYCH B pacyeT Ha OTale IOCTPOCHHS OIHO-
AJIEKTpOHHOTO Oasmca MeromoMm Jupaka—®Poka ¢ mo-
MOIIBIO BYXKOMIIOHCHTHOI'O PEJIITHBUCTCKOTO TaMIJIbTO-
HuaHa cpensero mosst (X2Cmmf) [30]. TamusbToHMaH
X2Cmmf nmocTpoeH TakuMm 00pa3oM, YTO OH BOCITPOU3BOAUT
TOJIOXKUTEJTbHBL CHIEKTp ypaBHeHus [upaka—®Poka [31-32].
KBaHTOBO-3/1eKTpOIMIHAMUYECKUE TIONPABKU OBUIM PAcCUu-
tanel MeTomamu Jupaka—®oka (DF) wu KoHpurypa-
imonHoro B3aumopeiicteust (CI) B Gasuce opOurasneit
Hupaxa—®Poxa—Irypma (DFS). IlomgpoGHoe omnucanue
9THX METOJI0B MOXXHO HailTh B paborax [9,33,34].

Qetann pacuera

OnTummnsauma 6asuca

B kauecTBe HavyaJbHOTO MPUOJIMKEHUS B TAHHON paboTe
ObUT BBIOpaH 0Gasuc, MpelcTaBiIeHHBI B cTathe [18]. Dot
Habop rayccuan Obu1 mosydeH wmertomom P-GCDF [21]
U MMeeT CpPaBHUTEIbHO HeOOoJbIIoe 4YUCJIO  (DYHKLHMA
(34s31p23d18f), 4ro MONKET CKa3bIBaThCS HA TOYHOCTU
OIpeNesICHNsI BBIYUCIISIEMBbIX BEJIMYMH. BEIIONTHEHHas B Ha-
meil paboTe mporenypa ONTUMM3AIMY 3aK/II0YaeTCs B IIO-
CJICIOBATEIbHOM N00aBJICHUH K Y)Ke UMelonieMycss Habopy
HOBBIX (yHKumiA. [Ipr 3TOM mapameTpsl HOBBIX (DYHKIIHIA
BbIOMpatoTcss ucxonsd u3 usMeHenuit I[P u EA B FS-CC-
pacdere. Kak ObIJ10 CKa3aHO BBIIIE, IPH ONTUMHU3AIMN Oa3nc-
HOro Habopa ObUT mcmonb3oBad ncesnonoreHman GRECP.
B KxoppessilMOHHBIA pacyeT, BBIIOJIHEHHbI MeTomoM FS-
CC c yueToM OHOKpATHBIX U ABYKPAaTHBIX BO30Y:xIeHUI
(FS-CCSD), Gblid BKJIIOYCHBI BCE 3aHSITHIE B CCHUIOYHOM
nerepmuHanTe ((pepMu-BaKyyme) OpOUTAI, a TaKXkKe BUPTY-
anpHBle opbutamm Hwke 50a.u. B akTuBHOE MPOCTPaHCTBO
ObUTa BKJIIOYEHA 8S-opOuTab.

IIpouenypa onTuMu3anuy aHaJIOIMYHAa TEM, YTO IPOBO-
ek B paborax [35,36]. O6o3HauuM Gasuc, BHIOpPaHHBIA
B KayecTBC Ha4aJbHOTO NPHUOJIMKCHUS, C HOMOIIBIO ).
Jlo6aBum S-dyHKIMIO »7 () ¢ MapamMeTpoM a K GasucHOMy
Habopy xo u mposemeM FS-CCSD pacuer mis quamasoHa
napameTpoB a € [0.0001, 1000]. basucHas dpynxuus y; (o),
nobaByieHHe KOTOpOIl JaeT HauOONIBIIMH BKJIag B H3Me-
Henne [P m EA B cpaBHeHMHM cO 3HAUYCHUSIMHA aTOMHBIX
CBOMCTB 0e3 3Toi (pyHKIMH, BK/ITIOYaeTcAd B 6a3UCHBII Habop
Xo + y7(a1) = x;. Tpouemypa npogomkaercs 10 TeX IIOp,
noka m3menenne IP u EA ¢ mobasennoit (K + 1)-it pyrKum-
eil B CPaBHCHHH C PacyeToM B Oasmce x He OyneT MEHbIIe
3amaHHoro Hamepen 3HadeHws, pasHoro 0.001eV. Hossrit
6asuc, coneprkamuii K 1o0aBJIeHHBIX ONTUMU3HUPOBAHHBIX S-
¢yHKUMi, Oyner o603HaYaThCA

k
X0+ Y v(am) = 2" (3)
m=1

3areM onmcaHHas IPOIENypa MOBTOPsIeTCs Ui P-QYHKIIMIA,
IIPY TOM NapameTphl 0a3uCHBIX (YHKLHIA U3 MPEdbITyLIero
miara ocTalTcs Hem3MeHHbIMU. Torma ob6osHaunm Gaswuc ¢ K
ONTHMH3MPOBaHHBIME S-QyHKImsiMH U K’ onTumusupoBaH-
HBIMH P-QYHKIMAME KaK

k/
X+ vhlam) =2 (4)
m=1

AmnastormyebIM  00pazoMm fo0aBiiieM (yHKIMM C Oosee
BBICOKUMH OPOHMTAJIbHBIMA KBAHTOBBIMH YHCJIAMH BIUIOTb
mo | = 6, monyyas B KOHEUHOM cueTe Ga3MCHBIH HaGop Y.
B Tabn. 1 npencraBiensl usmeHeHusi 3HaueHuit 1P, EA,
a Takke sHepruii katmoHa (Egy), HeiiTpasibHOrO aroma
(Eo1) m ammona (Egp), mosmydvenHbie mociie m0OaBIICHUS
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Ta6bnuua 1. V3meHenne 3HadeHuii noTeHmyana nonnsammu (IP),
cponctBa Kk oasekTpony (EA) u omeprmit katmona (Eq), Heit-
TpasbHoro atoma (Eoi) u ammona (Ep) mpu mobaBieHn# K Ha-
6opy x' momnoHUTENbHON BYHKIMK ¢ OPGUTATHHBIM MOMEHTOM A

(A =s,...,i). 3Ha4eHus mpencTaBieHbl B €V

A AIP AEA AEgy AEg; AEg,

s | 0.00007 | 0.00007 | 0.00010 | 0.00011 | 0.00013
p | 0.00001 0.00002 | 0.00014 | 0.00015 | 0.00015
d | 0.00011 0.00017 | 0.00085 | 0.00096 | 0.00110
f | 0.00004 | 0.00013 | 0.00060 | 0.00062 | 0.00064
g | 0.00023 | 0.00104 | 0.00342 | 0.00345 | 0.00346
h | 000018 | 0.00011 | 0.00272 | 0.00289 | 0.00296
i 0.00025 | 0.00034 | 0.00704 | 0.00718 | 0.00725

B Y)K€ ONTHMHU3MPOBAHHBIN [UI KBAaHTOBOro uuciaa A Oa-
3uC HOBOW A-pyHKImMHM, A =S, ..., i. W3 Tabiuupl BUIHO,
9TO B COOTBETCTBUHM C HAIMCAHHBIM BBINIC H3MCHCHHUS
IP u EA ne mpesbmmator 0.001eV. Ilpu atom Hamboss-
Imee M3MEHEHHe B aOCOTIOTHBIX 3HAUYCHUAX SHEPruil mo-
CTUraeTcsi NMpu JOOABJIICHUM IONOJIHUTEIBHON |-(pyHKIHN
n cocrapisier npumepHo 0.007 eV. IlapameTpsl 3KCIIOHEHT
ONTHMHU3MPOBAHHOI'O 0a3nca IPEICTABJICHbl B IIPHIIONKE-
HUU.

®uHanbHbIi pacuer

Kak oTmeuasioch BbILle, UTOrOBble pe3yibTaTel miid IP
u EA OblM HOTy4YeHBI C HCIOJIb30BAHHEM YETHIPEXKOM-
noHeHTHoro ramuibronnana DC. Ilpu pacdere omHOCCH-
JIOYHBIM METOIOM CBSI3aHHBIX KJIACTEPOB OBUIM yYTEHBI
OIHOKpaTHBIe, IBYKpaTHBIE U NEpTypOaTUBHBIE TpPEXKpaT-
ueie Bo3Oyxaenust (SR-CCSD(T)). Ipu 5ToM yuuTHBaIach
xoppemsimusi 109 371eKTpOHOB, a aKTUBHOE ITPOCTPAHCTBO
COCTOSUIO M3 BHPTYaJIbHBIX OpOHMTAIei, SHEPrist KOTOPBIX
He mpeseimaer 1000 a.u.

Iyt cpaBHEHHsI ONTUMU3HMPOBAHHOIO Hamu Oasmca C
Oasucom u3 paborel [20], WCIONB30BaHHBEIM B pabo-
tax [10,12,13], GbUT IPOBEIEH pacYeT METONOM CBSI3aHHBIX
KJIaCTepOB B MpocTpaHcTBe Poka ¢ y4eTOM OTHOKPATHBIX U
nBykpatHbIX Bo3Oyxaenuit (FS-CCSD). B koppesainoHHsiii
pacueT ObUTH BKJIIOUEHBI BUPTYaAJIbHbIC OPOUTAIIA C SHEPIH-
eit Hxe 100 a.u. AKTUBHOE IPOCTPAHCTBO COCTOAJIO U3 8S-
op6urtamu. Ilpu Beraucienun IP yunuteiBasach koppessuus
78 anexTpoHOB, a npu BeruauciaeHann EA — 50. Takne mapa-
METpPBl pacueTa COBMAJAIOT C AHAJIOTMYHBIMHU MapaMeTpaMu
u3 pabor [10,12].

PeaynbTaTtbl BblYMCIEHMIA

Ucnonb3ysi Gasuc yp, B3sThIA m3 paborer [18], u om-
TAUMHU3UPOBAHHBI HaMu O0a3MCHBIA HabOp %', MBI BBIYHC-
mam [P u EA 119-ro sjeMeHTa C MOMOIIBIO MeTOnA
SR-CCSD(T). Pesynbrarsl mpencrasiessl B Tabia 2. Kak
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Tabnuua 2. Cpasuenne IP n EA, paccuuTaHHBIX HAa HEOTITHMH-
3UpOBaHHOM (Xo) M ONTUMU3UPOBAHHOM ()') GasMCHBIX HaGopax
meronom SR-CCSD(T) (eV)

Basnc 1P EA
X0 4,649 0415
% 4795 0.674

Ta6bnuua 3. [Torenupan nonnsaumy (IP) u cpoacTBO K 3IEKTPOHY
(EA), BoramcrieHnbe ¢ GasucHbME Habopamu x* (eV). Tlom o6o-

3HadeHmeM ' (A =S, ...,i) mompasyMeBacTcs GasuCHBIA HaGOp,
TOJTyYEHHBI IOC/Ie ONTAMM3AKMY (QYHKIHI KOKIOU CHMMETPHU
¢ | <A. xo — OasucHbi HabOp HAYAJIBLHOTO NPUOIIIDKCHUSL

Pacuerst mpoBommwmice MetomoM FS-CCSD ¢ umcnosb3oBaHueM
nicepponorenmana GRECP

Basunc 1P EA
X0 46602 04919
x° 46706 0.5674
x° 46703 0.6376
%8 46705 0.6388
P 47590 0.6943
% 47744 0.7033
P 47783 0.7061
X 47796 0.7068

MOKHO BHJI€Tb, ONTHMMH3ALMA Oasyca CyIECTBEHHO MEHSET
IP u EA 119-ro snemeHnTa: 06a 3Ha4eHUs] YBEIMYUBAIOTCS
nprmepHo Ha 0.15 eV. OcobeHHO 3TO 3aMeTHO IS CPOACTBA
K DJIEKTPOHY, I3MEHEHHE KOTOPOro cocTasiisieT okono 60%
€ro BEJIMYMHBI, PACCUMTAHHOH Ha HEONTHMHU3UPOBAHHOM
6asuce.

Yt0o0H Hpoc/IenuTh 32 U3MEHEHHEM IOTEHIMala HOHU-
3allUil U CPOJCTBA K UIEKTPOHY B IIpolLiecce ONTUMHU3ALUM,
B Tabs. 3 mel npuBomuM [P u EA, BorMumcienHble MeTomoM
FS-CCSD ¢ wucnonp3oBanneM mncesponorenimaia GRECP
JUIS KQKI0To GasvcHoro Habopa x* (oM. mpembiaymmii pas-
nei). VI3 mpeacTaBieHHBIX JaHHBIX BHIHO, YTO ONTHMH3AIIHST
(GYHKIMH ¢ TPaKTUYECKU KaXKIbIM 3HAYCHUEM YIJIOBOTO MO-
MeHTa A MPUBOOMUT K YBEJIMYCHHUIO MOTCHIMATA MOHU3AIUH
U CPOACTBA K 3JIGKTPOHY IO OTHOIICHUIO K 3HAYCHUSM,
NOJTy4YeHHBIM B 0asmce, Iae ontuMusanus (QyHKIME cuM-
MeTpuu A He Obuta mpoBefeHa. OnTmmuzanms S-, p- u f-
(YHKIMI BHOCHT CYIICCTBEHHBI BKJIaj B M3MeHeHue IP u
EA, 4To roBOpUT O SIBHOM HEIOCTaTKe HAadyaJbHOro Oasmca
Xo IS onucaHusi aToMHbIX cBoitictB E119. Bennuunwer I[P
u EA, paccunTaHHbIC B IOJHOCTBIO ONTUMUA3UPOBAHHOM 0a-
3UCe C MMOMOIIIBIO TICEBIONOTCHIINAIA, IOy IIITICh PABHBIMA
4.7796 n 0.7068 eV coOoTBETCTBEHHO.

B Tabn. 4 mnpencraBieHBl 3HAYCHWS] IIONPABOK IS
NOTEHIMala HOHM3AIMM M CPOLACTBA K 9JIEKTPOHY OT
y4era BKJIagoB B3aumoneiictBus laynra (Gaunt), coG-
creenHoit sHepruu (SE), morenumanoB IOmuura (Ue) u
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Ta6bnuua 4. 3naucHust JOMOJHAUTEIIBHBIX BKJIAJOB U1 MOTCHIMA-
sia wormsanmu (IP) u cponcrsa k amexkrpory (EA) ot B3aumoneit-
crBust [aynTa (Gaunt), coberBenHolt sneprun (SE), noteHuyanos
IOmmara (Ue) u Buumanna—Kposwta (WK). Tlommsii Briaga
OT KBAaHTOBO-3JICKTPOJMHAMHYCCKUX IIONPABOK ODO3HACTCH C IIO-
mompio QED. Bxiiajm rayHTOBCKOrO B3aMMOJCHCTBHS BBIYHCIICH
¢ nomompio Merona FS-CCSD, ocrajbHBIC BKJIafBl PACCUUTAHH B
pamkax meronoB DF u CI-DFS. 3navuennst npuseneHs B eV

CBoiicTBO Bruan DF CI-DFS FS-CCSD
1P Gaunt —0.0038
SE —0.0236 | —0.0231
Ue 0.0118 0.0117
WK —0.0009 | —0.0009
SE+Ue+WK | —0.0127 | —0.0123
QED —0.0123 | —0.0126
EA Gaunt —0.0005
SE —0.0057 | —0.0067
Ue 0.0030 0.0034
WK —0.0002 | < 0.0000
SE4+Ue+WK | —0.0029 | —0.0034
QED —0.0028 | —0.0032

Buumanna—Kpomma (WK), BBUYHCIICHHBIX METONAMH CBsi-
3aHHBIX KiactepoB B mpocrtpanctBe Poka (FS-CCSD),
Hupaka—®oka (DF) u KOHQUIYpalMOHHOTO B3aUMOICH-
creusi (CI-DFS). Takxe B Tabm. 4 ykasaHa MOJIHasi BEJH-
YHMHA BKJIaJa OT KBAHTOBO-3JICKTPOIMHAMUYECKUX TTOTIPABOK
(QED). Cymma BriamoB SE, Ue n WK He coBmamaer c
nomabiM  QED-BKJIaoM M3-3a OTCYTCTBUSL AJUTUBHOCTH.
IMomueiit QED-Bkiag ObUT BBIYMCIICH IyTeM OOaBJICHUS
MOJIEJIBHOTO OllepaTopa B raMiIbToHnaH. [lorydenHbie MHO-
TO3JIEKTPOHHBIC BOJIHOBBIE (PYHKIMM C YYETOM IIOJHOTO
Bkiaga QED-monpaBok ObLIM HMCHOJIB30BAHBI U1 BBIYHC-
JIHUs] OTHEJIbHBIX BKJIQNIOB KaK CpPEOHUX 3HAYCHUH CO-
OTBETCTBYIOIIMX ONEPaTopoB. B OkoHuaTenbHBIC 3HAUYCHUS
IP u EA Obu1 noGaBjieH TNOJSHBIA BKJIaf OT KBaHTOBO-
IICKTPOANHAMITIECKHX IIOTIPABOK.

3HaueHHe BeEJIMYMHBI BKJIajla B3auMopeicTBus bpeiita
WIS TOTCHIMAJAa HMOHM3alMy OBUIO BBIYUCIICHO B pabo-
tax [12,14,15] u cocrasisier npumepHo 24—35 cm™!, uro
COOTBETCTBYET 3HAUCHUIO TayHTOBCKOIO BKJIa[a, BBIYMCIICH-
nomy Hamu (31cm~!). B paGorax [9,11-15,37-42] Tarxe
6611 oneHeH BkJax QED-a¢g¢exroB mia IP u EA. 3nayenue
nosmoit QED-nonpasku (101 cm™!) k noTeHrmany HoHu-
3allid MOXKHO CPaBHHTb C Pe3yJIbTaTaMH, IOyYCHHBIMA
B paborax [9,12-15,39-42]. JlanHble, mpeACTaBICHHbIC B
3TUX paboTax, 3aMETHO OTJIMYAIOTCS M HAXOOATCA B WH-
Tepsaie ot 67 [14] mo 152cm~! [40]. Bxiag kBaHTOBO-
AJIEKTPOINHAMAYECKUX I(PPEKTOB 1JIsT CPOACTBA K JICKTPO-
Hy ObU1 BhUMCIIeH B pabote [11] u cocrasaser 100cm™!,
YTO 3HAYMUTESIBHO OTVIMYAETCS OT Pe3ysbTara, IOJTy4eHHOrO
namu (26 cm~!).

Ta6bnuua 5. Cpasuenne IP u EA 119-ro amemenTa u3 maHHON
paboToii ¢ pesyssratamu Apyrux pador (eV). 3HaucHus, IOTyYCeH-
HBIC HAMH, OT/CJICHB TOPH30HTAJIBHOM YepTOil

Meton 1P EA
SR-CCSD 4717 0.595
SR-CCSD(T) 4779 0.671
FS-CCSD 4769 0.707
CI-DFS+MBPT [9] 4.768 0.674
FS-CCSD [10] 0.7171
IHFS-CCSD [11] 0.64870
FS-CCSD [12] 47829
FS-CCSD [13] 47838 0.4850
CPM [15] 47779

B 1ab6sn. 5 npusenens IP u EA, noydeHHsle B TaHHOI pa-
60Te U COOTBETCTBYIOIIUE pe3y/bTaThl u3 pabor [9-13,15].
Bo Bcex aTMXx paboTax B KadyecTBE TIaMHJIbTOHHAaHA
UCIIOJIb30BaJIcss ramMwibTonnal Jlupaxa—Kynona—bpeiita.
N3 Tabsn. 5 BuAHO, YTO HAIIM 3HAYEHMs NMOTEHIUAIa HOHHU-
3allMil ¥ CPOACTBA K HJICKTPOHY, BBIYMCJIEHHBIE METOHOM
FS-CCSD, naxomsaTcs B pa3syMHOM COIJIaCHH C COOTBET-
CTBYIOIMMH 3HAYCHHSIMH, PACCUYATAHHBIME TEM K& METOIOM
B paborax [10,12]. HeGosplre pasinyusi B MOTyYEHHBIX
3HAYCHUAX OOBSCHAIOTCS, HPEKIAE BCEro, HCIOJIb30BaHU-
eM pasNIMYHBIX 0asucoB, orcyrcTBueM QED-nompasku s
CPOICTBA K 2JIEKTPOHY B pabote [10], pa3iuuHOi BeIMIMHOI
QED-BkJana /1 MOTEHLMAIa MOHU3AlK B Hamlei pabote
u pabore [12], a Takke y4eTOM 3amas/bIBAIOLICH YacTH
B3anmopeiicteust Bpeiita B paGorax [10,12]. OcraybHbie
mapameTpsl pacdera B Hammeir pabGore m paborax [10,12]
coBragaoT. [Ipn onTuMmu3anmm rayccua HaMu ObUTa y9TeHa
KOppeJIALMA 3JICKTPOHOB, YTO SBJISETCS OCHOBHBIM IIpe-
HUMYLIECTBOM Hamero 0asucHoro Habopa. Ilpu sTom Ham
Oasmnc (41s37p25d22f4g4h2i) comepskur B cebe MeHbIme
g-, h- m i-pyHkmmii mo cpaBHeHHIO ¢ 6asucom u3 pado-
ol [20] (36532p24d22f 10g7h6i), 4T0 MO3BOMISAET KCIIOMB-
30BaTh ONTHMHU3MPOBAHHBII HAMH 0a3:uC B MOJICKYJISPHBIX
pacueTax.

OTaeslbHO CTOMT OTMETHTbh pesyabTaThl paborsr [13].
[TonydeHHBId TaM IMOTEHIMA] HOHHM3ALMU COIJIACYETCS C
pesyspTaramu ipyrux pabot B mpepenax 0.01eV. Opnaxo
CPOIICTBO K 3JIEKTPOHY, Mpe/cTaBIeHHoe B pabore [13], or-
JIMYaeTCs OT OCTAJIbHBIX Pe3yJIbTaToB IpuMepHO Ha 0.2 eV,
yTo cocraBisier mopsiaka 30—40% Bceii BemauHBl EA.
B paborax [10] u [13] ucmosmb3yercsi OOMMH M TOT IKE
GasucHbIil HaboOp, B3ATHIA U3 pabotsl [20], M pacdyeToB
MCIOJIB30BAJICSl OfIMH W TOT JKe TakeT mporpamm [43], a
BUPTYaJIbHBIC MIPOCTPAHCTBA COBHANAIOT. 3aMETHOE pas3Jid-
gue pabor [10] u [13] 3akmovaercs: B KOJIMYECTBE CKOPPEIH-
POBaHHBIX 371eKTPOHOB — 50 1 28 COOTBETCTBEHHO, OTHAKO
Takasg pasHunia B EA He MoxeT OBITb OObSCHEHa 3THM
¢akropom. Takum oOpasoM, M HAC OCTaeTcsd HESICHOU
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(a) TloTeHIMAIBl VWOHM3AIMM JUIA BJICMEHTOB IEpPBOI TPYIIIHI
TEePHOAMYCCKON TabJIMIBL. DKCIEPIMEHTAIBHO MOJTydeHHbIe [P
wis Li—Fr B3siter u3 [45-52]. (b) CpopgcTBO K 93JICKTPOHY IS
3JIEMEHTOB IepBON Tpymmmsl. V3MepeHHBIe B skcrepuMeHTe EA
wis Li—Cs omy6mukosansl B [53-58], EA s Fr momydeno
TeopeTHiecku B [9)].

HpUYMHA TAaKOro OT/n4usi BenmduHbl EA w3 paGotsr [13]
OT OCTJIBHBIX PE3YJIbTATOB.

Hammmu sydmmmu pesysbTaTamu, NPeICTaBICHHBIMU B
HaHHOU paboTe, SIBIAIOTCA 3HAYEHMS, BBIYMCIICHHBIC C IIO-
momipio Metona SR-CCSD(T): monmsaumu u 0.671(4) eV
IJI1 CPOACTBA K 9JIEKTPOHY. [[1 OLIEHKHM NOrpentHocTH
OBLJIO IPOBEICHO [Ba CKAJISIPHO-PEIATUBUCTCKUX Pacyera C
ucnosnb3oBanueM ncesponorernuana GRECP B nporpamme
CFOUR [44] Ha ONTHMH3MPOBaHHOM 0asuce M TOM IKe
caMoM 0asuce ¢ 100aBICHHBIMU B Hero 6g4h3i-GyHKimsmu,
a 3aTeM BBIYMCJICHA PAa3HOCTb MJIS MOTEHIMaIa MOHU3ALIN
U CpOICTBa K 9JIKTPOHY M3 JBYX pacyeroB. To ecThb
HOTPELIHOCTU OBUTH OLIEHEHBbI KaK BKJIAJl BBICOKUX FapMOHUK
B CKaJIIPHO-PEJIITHBICTCKOM pacueTe. BellminHbl, BBIYHC-
siernble MetonoM SR-CCSD(T), HeCKOJIBKO OTJIMYAIOTCS OT
3Ha4YeHu, nosy4yeHHelX B paMkax FS-CCSD. OcobenHo 3a-
MeTHO ucnonb3oBanue noxxona SR-CCSD(T) ckasbiBaercst
Ha 3HAUCHUM CPOACTBA K 3JIEKTPOHY, NMpUOIMKasg ero K
3HaueHusiM pabotsl [9]. Tarke Osaromapsi OTHOCCHLIOYHO-
My HOOXOLY MBI MO)KEM OLICHUTb NEepTYpOaTHBHBINH BKJIA
TpeXKpaTHBIX BO30Y)XOeHHUit: oH cocTaBisgeT okono 0.06 eV
wa IP 1 0.08 eV g EA.

[Ipu u3yyeHHH CBOWCTB CBEPXTSDKEJNBIX 3JIEMEHTOB 3Ha-
YHTEIIbHBIA HHTEPEC MPEICTABIISICT CPABHEHUE PEe3y/IbTaToB
C XapaKTepUCTHKaMH UX Oosiee Jierkux romosioros. Ha pu-
CyHKe mpencrasieHbl 3aBucuMoctd IP m EA menodHbx
METaJIJIOB OT 3apsAna ux saep. Bemmumnast IP 1 EA ymens-
IIAIOTCS BIUIOTh 0 Lie3Ms BKIIOUUTEIBHO, a 3aTeM HadyuHa-
10T pactd. Takoe MoOBeIeHHWE CBS3aHO C PEJIATHBUCTCKAMU

63* OnTuka n cnekTpockonus, 2024, tom 132, Boin. 10

3 deKTamu, KOTOpble BOHUKAIOT M3-32 KOHTPAKTALMH S- U
p-oGosoyek. Tak, B HEPEIATHBUCTCKOM IIpENie/ie STH 3aBH-
CHMOCTH MOHOTOHHO YOBIBAIOT, YTO MOKa3aHO, HAIPHMep,
B pabote [9).

3aknioyeHune

B nanHoii paboTe OblT ONTUMHU3UPOBAH Oa3UCHBIN HaOOp
rayccuaH IJIsl CBEPXTSDKEJIOTO 3JIEMEHTa C 3apsioM siapa
Z = 119. Hcnonp3ya mnojyyeHHBIl 0a3uc, ObLIM paccyu-
TaHbl TIOTCHIMAI HOHHM3AIlMd H CPOINCTBO K 3JICKTPOHY
9TOr0 3JIEMEHTa. PacdeTsl MpOBOAMIIMCH B TAKETaxX IPO-
rpamm DIRAC [22,23] u EXP-T [24,25] meronom SR-CC
C Y4YeTOM OIHOKDAaTHBIX, ABYKPaTHBIX U NEPTYpPOaTUBHBIX
TpexkpaTHbIX Bo30yxaeHuil u merogoMm FS-CC ¢ yuyetom
OTHOKPATHBIX M ABYKPATHBIX BO30Y:KeHHN. Takxe ObUTH BBI-
YrcIIeHB! BKJ1aas! B3umoneiictus [aynra m QED-3¢dexToB
s [P u EA.

HobaBieHue HOBBIX Oa3WCHBIX (YHKIMI BHECJIO CyIIe-
CTBeHHbI! BKjan B 3HadeHus IP m EA. AOcomoTHble
W3MEHEHUs JaHHBIX XapaKTepUCTHK COCTaBWIM MOpPsOKa
0.15eV. CpaBHeHHE BBIYMCIICHHBIX 3HAYCHHI ITOTEHIAAIA
WOHM3AIMN M CPOICTBA K 3JICKTPOHY C JAHHBIMH IIPEIIbI-
OymMx paboT IOKa3blBaeT Pa3syMHOE COIJIaCHEe pe3yJsbTa-
TOB. ONTUMU3NPOBAHHBII HaMH HabOp rayccuaH XOpPOLIO
onuceBaeT Tpu coctossHus E119 — HelTpaspHbIA aToM,
KaTHoH ® aHWOH. Ilommmo sTOro, Ham OasucHEIl Habop
CYIIECTBEHHO MCHBIIE IPEACTABICHHBIX B APYTUX paboTax.
CoBOKYITHOCTh 3THX (PaKTOB IO3BOJIIET HCIHOJIB30BaTh IIO-
JIydeHHBII HaOOp HE TOJNBKO MAJIi BBIYMCJICHHS aTOMHBIX
CBOWCTB, HO M I pacdyeTa MOJIeKyJ, comepxkamux 119-i
9JIEMEHT.

BnaropgapHocTH

Mmu 6naromapum A.B. Oneitamuenxo u ILJ. Typuenko
3a IUIONOTBOPHYIO AWCKyccuio. PacdeTsl mpoBommimch Ha
6a3e reTeporeHHol BeUMCIUTEIbHOH TaTdopmer HybrilIT
(JINT, OUAN) [59].

®uHaHcupoBaHue pa6oTbl

UccnenoBanre BBIOJIHEHO NPU (UHAHCOBOW TOMICPHK-
ke rpanTta Poccuiickoro HayuHoro ¢onma Ne 22-62-00004,
https://rscfru/project/22-62-00004/.

KoHnukT nHtepecos

ABTOpr 3aABJIAIOT, YTO Y HUX HET KOHq).J'II/IKTa HHTEPECOB.
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MpunoxeHue: 6asuc pna 119-ro anemeHTa

IMapameTps! rayccHaH Ayt Ka)KAOr0 OpOMTAIBHOrO KBAaHTOBOrO 4iciia A (a.u.).3HaueHus Ge3 3BE3MOYKU (%) COOTBETCTBYIOT HMapameTpam
9KCIIOHEHT, B3ATHIM u3 [18]. 3HaueHust ¢ 3BE3MOYKOM COOTBETCTBYIOT MapaMeTpaM JKCIOHEHT, onTuMisnpoBanisiM B FS-CCSD pacuere

Z

A

S

p

d

f

g

h

© © 9 Y N W

BSODR W W W W W W W W W W N N NN NN N NN DN R e e e e e R e
— O 0 0 NN R W= O O 0NN R WD = O 0NN R WN = O

2.92537106e+11
2.45266474e+09
6.10698516e+08
1.66834382e+08
4.97353022e+07
1.60921834e+4-07
5.62065186e+06
2.10780484e+06
8.44105249e+05
3.59034179e+05
1.61323810e+-05
7.61614365e+04
3.75747637e+04
1.92678102e+-04
1.02139547e+-04
5.56713119e+03
3.10309764e+03
1.75928572e+-03
1.00903159e+-03
5.82305770e+02
3.36299220e+02
1.93321230e+02
1.10017730e+02
6.16489600e+01
3.38313400e+01
1.80839600e+01
9.36482000e+00
4.67291000e+00
3.31527000e-+00
2.23464000e+00
1.48976000e+00x
1.01862000e+00
4.40200000e—01
2.79070000e—01x
1.79380000e—01
1.03000000e—01x
6.85500000e—02
2.44400000e—02
1.03300000e—02x
6.27000000e—03x
3.03000000e—03x

6.42563106e+07
2.26791996e+07
8.47630044e+-06
3.34276066e+06
1.38604772e+406
6.02113947e+05
2.73061476e+05
1.28818151e+-05
6.29915378e+04
3.18148239e-+04
1.65376059e-+04
8.81587038e+03
4.80242771e+4-03
2.66387106e+03
1.49925645e+-03
8.53105330e+02
4.89042980e+-02
2.81425010e+02
1.61995620e+-02
9.29442300e+01
5.29631400e+01
2.98683300e+01
1.66106900e+01
9.07732000e+00
4.85707000e+-00
2.53566000e+-00
1.28695000e+-00
9.60000000e—01x*
6.32760000e—01
4.17530000e—01x
3.00320000e—01
1.37100000e—01
9.00000000e—02x
5.99900000e—02
4.00000000e—02x
1.48700000e—02:x

6.94530747e+05
2.05423290e+05
6.76728912e+04
2.45977608e+04
9.77239832e+03
4.20378443e+-03
1.93964546e+-03
9.50946000e+02
4.90738240e+-02
2.64066570e+02
1.46776120e+-02
8.34804400e+01
4.81294000e+-01
2.78638700e+01
1.60467300e+01
9.10657000e+00
5.04493000e+00
2.70269000e+00
1.38704000e+-00
9.56490000e—01x*
6.75520000e—01
3.09280000e—01
1.31870000e—01
5.18700000e—02
1.96100000e—02:x

3.12565925e+04
1.55041364e+04
7.85584415e+03
4.05799545e+03
2.13273926e+03
1.13816590e+-03
6.15529780e+02
3.36668400e+02
1.85865810e+02
1.03365260e+-02
5.77912100e+01
3.24186600e+01
1.82099500e+01
1.02220200e+-01
5.72286000e+00
3.18913000e+00
1.76542000e+00
9.68890000e—01
5.40450000e—01:x
3.60350000e—01x
1.71730000e—01x
7.01600000e—02x

9.841600e—01:x
6.743300e—01x
4.495500e—01x
1.969100e—01x

1.028690e-+00x
7.038800e—01x
2.415500e—01x
1.319300e—01x

8.248500e — 01
2.803300e—01x
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