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KBaHTOBast XMMMNA = KBAHTOBAs MexaHMWKa SNNIEKTPOHHbLIX COCTOAHUN

aTOMOB, MOJIEKY/l, TBEPAbIX TeJ..
P DneKkTpOHHbIA ramuibToHnaH N-371eKTPOHHOI cucTeMbI

N sn-8 K sinep
+ Ua +
(g + 0:00) e

EDWTD DS

onepaTop NceBAonoTeHUMaNna — yYnTbIBaeT pPenaTUBNCTCKne achchekTbl

MeXX3/IeKTPOHHOE B3auMogeiicTane (KyJoHOBCKOE)

> JnekTpoHHoe ypasHeHue LLIpeguHrepa (unu ero pensitusncrckuii aHanor)
Ale |tn) = En )

Pl
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3afa4n pensaTUBNCTCKON KBAHTOBOW XMMINN

vy

VVvVVvYyVvYvYyVvYy

CMNEKTPOCKONMNS aKTUHULOB U CBEPXTSKENbIX NIEMEHTOB (B T.4. B COE[UHEHUSIX)
pabouve cpefbl 4J1si N1a3epOB; NCTOYHUKN CBETA; XPOMOMOPbI, JOMUHOMDOPbI

nonckun P, T -He4YeTHbIX PpyHAAMEHTAbHBIX B3aUMOLERCTBUI

TEPMOAMHAMMYecKne, DU3NYECKNE Y XUMUYHECKNE CBONCTBA COEAVNHEHUI aKTUHNLO0B

3pheKTbl TOHKOW CTPYKTYpbl B CMEKTPaX JIEFKUX COEAVHEHWNIA; 3amnpeLeHHble Mo CNHY nepexonbl
Mepuopnyecknii 3akoH / xumusi Ansi Hanbonee TSKENbIX S/IEMEHTOB

ONTNYECKNE 1 MAarHMTHbIE CBONCTBA MaTepMasioB Ha OCHOBE COEfMHEHUN f-2N1EeMEHTOB

nasepHasi cbopka X0I0HbIX MOJIEKY/T N MPSIMOE JIa3ePHOE OXJIAXKAEHNE

BbICOKOTOYHbIE MOTEHUMANbI ONA MOJ'IEKyJ'IﬂpHOﬁ ANHAMUKN

naaHupoBaHve,/MHTepnpeTaunsi/noHMMaHNe SKCNEPUMEHTOB 3aTPYAHEHbI U HEBO3MOXHbI
6e3 TeopeTM4eckoro mMogenmposarus!

HO MOAENNPOBAaHNE COEAVHEHNA d- N f-21EMEHTOB TOXE AE10 OYEHb HEMPOCTOE. ..
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KBaHTOBast XMMMUsi = KBAHTOBAs MEXaHMKA SNEKTPOHHbIX COCTOSIHWUA

ATOMOB, MOJIEKYI, TBépp,bIX TEN...

(ol Altpm)

MaTpU4YHbIE SNIEMEHTbI

BEPOATHOCTUN MeEPEXOnoB
e [dlah 2

~ | (@nld]om) |

BPEMEHa XXN3HW T

BO30Y>KAEHHbIX COCTOSIHNIA

CBEPXTOHKasi CTPYKTypa
MYyJIbTUMNOJIbHBIE MOMEHTbI
noNsipu3yemMocTb

MaTpU4HbIE SN1IEMEHTbI P— n
T, P-He4&THbIX OnepaTopos

Hanbonee acbpekTUBHBIN MeToL pelleHust ypasHerust LLIpéaunrepa — meToq cBsizaHHbLIX KnacTepos
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MeToabl pelieHnst ypasHenus LLpeannrepa: single-reference vs
multi-reference

":Ie W)n) =E, |¢">

> single-reference (SR): ogut Beaywuii getepmutant Cnelitepa (koHdurypauus)
+ BO36Y)XXAeHHbIE MO OTHOLLEHUIO K HEMY

Pn = Dot »  Cxbi

K

» multi-reference (MR): HeckonbKo BeAyLX 4ETEPMUHAHTOB
+ BO3BY>KAEHHbIE MO OTHOLIEHUIO K HUM

Y= Cubut > Cidx
" K

O630p: D. I. Lyakh, M. Musial, V. F. Lotrich, Chem. Rev. 112(1), 182 (2012)
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MeToz CBsA3aHHbLIX KNAcTEPOB AJisi OCHOBHOIO cocTosiHus (single-reference)

> napameTpn3auusi BOJHOBOMN PyHKLNN:
-
[¥) = e |®o)
> opHokpaTHble Bo3byxxaeHus (singles):

“yacmuyb!”|
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> nBykpaTHble Bo3byxaeHust (doubles):

N s —
— I ! \ , \ /
_ = T2:Zthjb{aiaiazaj} iNAa jYAD
- i 4o ijab

- i 4o

[®o) |b3°)

3ajayYa: BbIYUCAUTb aMnNaAnTyabl t7, t;b, y
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MeToz CBsA3aHHbLIX KNAcTEPOB AJisi OCHOBHOIO cocTosiHus (single-reference)

DHeprusi n amnauTyaHble ypasreHus, mogens CCSD

» BosHOBasi hyHKLMA:
-
1) = e [®o)

» ot ypaBHeHus LLpegunrepa k ypasHeHuto Bnoxa:

Hlv)=E) = (He)c|®Po) = Ecor | o)

> npoekunsi cnesa Ha (®g| = BbipaxkeHne ANs SHEPru KOPPENALUN:
Ecorr = <<DO|(H6T)C|¢O>
> npoekuunst cneea Ha ($7], (¢‘,§-b| = ypaBsHeHus Ha amrautygel (CCSD):

(®7|(He™)c|Po) =0 singles (S)
<¢3’b (He™)c|®o) =0 doubles (D)
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|\/|€TO,£Il CBA3aHHbIX KNacTtepoB A4 OCHOBHOIO COCTOAHUA (single—reference)

I'Ipvlmep: AMNANTYAHbIE YPaBHEHUA 013 OCHOBHOIO 3/1IEKTPOHHOIO COCTOAHUA, MOAENb CCSD

diagrammatic form algebraic form
(abllig) + P(ab) Y fuctis — P(ig) D" fistlh
k

\/ v w \ V- \ﬁ/ \EY VY +$Z<ahumt>t1;"+g;wuwzr+P<mal‘)2<khm>:zz
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o e
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V- WV ALY YoV Y 2 g
Day Dy, — P(ab) Y fuetits) + Pijlab) Y (aklcd)tstih

\Nﬁ/ M gw gw \f v v v ff’(ulﬂSZ(“Hw>l’11;f’*%f"(rb)z<kbl\ulﬂ‘i1:}'

Dea Da, M fed

+ 5P(i3) Y (Klllej)tsts) + P(ab) Y (kalled)titsy
M ny ZA,JAZ.’; i)t m%nmk,

o — P(ij) Z(HHH tite0 + Z(abﬂul):;:,j,' + Z(leij)(’[.!}’

Q\I\N Qw wv w_v w w P(ij|ab) Z(wqur; QZ Kl ed) r'e”l;”,’+ 2% Kll|cd)tgptst

Dy, Dy P(ij|ab) Z(uurdw;ﬁf,@" P(ig) Y (kied)titits)
kled kled

— P(ab) > (kllcd)titits + P(ab) 3 (kbl|cd)t;titd

led ked

+ i) Y (Kllle)tstit} + > (kllledy sttt
o ot

cncTema HesmHeliHbIx anrebpanyecknx ypasHeHuli 4-ro nopsifka, pelsaetcs 3a O(Nﬁ)

I. Shavitt, R. J. Bartlett, Many-Body Methods in Chemistry and Physics (2010) 8/39



OTKprTbIe 0bon04YKN: METOL CBA3aHHbIX K/IaCTEPOB B NMPOCTPAHCTBE ®oka

(multi-reference)

) = {e"} D Cr 1))

MOAEAbHbIN BEKTOP
AVHEMHQAST KOMBUHALMS
AETEPMUHAHTOB

(HEMHOTO YCAOXKHEHHBIN)
BOAHOBOW oneparop

» BosHoBol onepatop = {e’ } = guHamuueckas koppensuns

> MogenbHbIn BekTop ) = Zu C, |®,) = MHOrokoHdbUrypaLoHHasi Npupoga CoCTOsHS
» 3¢pekTuBHLIA ramunsToHnan H geiicTByeT B MOGEbHOM MPOCTPaHCTBE:

Hlgn) = En ) = H|ihy) = E, |dhy)

U. Kaldor, Theor. Chim. Acta, 80, 427, (1991)
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OTKprTbIe 0bon04YKN: METOL CBA3aHHbIX K/IaCTEPOB B NMPOCTPAHCTBE ®oka

OpHa vacTnua Hag 3aMKHyTOR obonoukoin — cektop 0hlp (mogens CCSD)

> mMogenbHbIi BekTop B cekTope 0hlp:

+ G

Tl

[Un) = G

+G

+ G

4111
(411

> knactepHbiii onepatop T = T0H0P 4 T0ALP

“acmuybl”|  ee—

a,b,c,.. — :

akmusHoe

npocmpaHcmso _f_ - ;

“BbipKU” { - -+

00HOKpamHbie 8036yKAeHUs

ot
e

.

$4+1
+30 1+

d8yKpamHbie 8036y KIeHus

oh1p
T2
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OTKpbITble 0DONOYKN: METOA CBSA3aHHbLIX KNAcTePOB B npocTpaHcTee Poka

[Be vacTuubl Hag 3aMKHYTON obonoukoin — cektop 0h2p (mogens CCSD)

> mMopenbHbIli BekTOop B cekTope 0h2p:

[0n) = G ; +G I +G t + ...
- H- H-
H- - H-
P knacTepHblii onepatop T = TOMP 4 TOKp 4 TOh2p
- —-
H- H-
-H_ -H_ T0h2p

dByKpamHbie 8036yX0eHUs
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FamuibTOHMAH: onepaTop pensTusucTckoro ncesgonoterymana (RPP)

> BbibpacbiBaeM camble BHYTPEHHUE OCTOBHbIE 3eKTPOHbI (TsKEnoro) atoma

> mMopenupyem LeiiCTBME HA OCTaBLUNECS 3J1eKTPOHbI HEKOTOPbLIM noTeHuuanom U

» ocTaBlmecs SN1IEKTPOHbI ONUCbIBAa€M OAHO- NN ABYXKOMMNOHEHTHbLIM YpaBHEHNEM LIJpé,u,lerepa:

YRPP __ .
AT =2 ‘*+Z< o 0 ) *Zm—m

i

P npu nocTpoeHnn noteHumana 0 MOryT BbITb y4TEHbI:
P> ckansipHo-pensiTueBncTckme 3chpekTbl
P> cnuH-opbuTanbHoe B3aumomelicTene
P BpeiiToBCKOE B3anMOAENCTBME 1EKTPOHOB
P koHeuHble pa3mepsl sigpa (Mogens Pepmu)
» K3[-nonpasku QEDMOD (cobcTtBeHHasi aHeprusi + nonsipusauusi Bakyyma)

» Hawnbonee TouHasi Bepcus metoga — 0bobLwénHbIn ncesgonoTernunan (generalized RPP = GRPP)

A. V. Titov, N. S. Mosyagin, IJQC 71, 359 (1999) 12/39



(PakTuyeckn) oTkpbITbie Npobnembl no coctosiHuio Ha 2017 rog

YHET BKJIAOB TPEXKPATHbIX BO3OY>KAEHUN 1 COCTOSIHUS C TPEMSI OTKPbITbIMU 060JI04KaMU
ANNONbHbIE MOMEHTbI MEPEXOLOB U ApYrine HefnaroHaabHble CBOWCTBA

MOOENNPOBAHNE MPUMECHbIX LLEHTPOB B KPpUCTasnax

vvyVvVyy

OTCYTCTBME COBCTBEHHOrO COBPEMEHHOrO NakeTa Nporpamm

a TaKXe...

» npobnema BTOPraroLmXcst COCTOSIHNIA = ypaBHeHUsi MeToAa ODbIYHO He CXoasaTCs
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VUET BKNaA0B TPEXKPaATHbIX BO3DYxaeHuii: mogens FS CCSDT

mpexkpamHble 803GyKOeHUs & Cekm

ope 0hop

— —+

— —+

- S T0hop

+- +o 3
mpexxpamHbie 8036yxdeHus 8 cekmope Ohlp

- 00

- +H o
mpexkpamHbIe 8036yXOeHUs -ekmope 0h2p

H o

H- +H- o

KnacTepHbIii onepaTop:
T=T1+T2+T3

4mcno onepauuii ¢ nnasatoweii sansatoii — O(N?®)

onucaHue koppensuun ‘gobasneHHbIX”
anekTpoHoB B cektopax Ohlp, 0h2p
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[MpoBepka Bo3mMoxHoCTel pensituenctckoin mogenn FS CCSDT

MoTeHuMansl NOHN3aLMM 1 SHepruu Bo3byxaeHus atomos Tl u Pb, cm™!

A. Oleynichenko, A. Zaitsevskii, L. V. Skripnikov, E. Eliav, Symmetry, 12(7), 1101 (2020)

Table 1. Deviations of the calculated ionization potentials (IP) and excitation energies (EE) of neutral
thallium and lead and lead cation (cm ™) from the experimental values. FS-RCCSD/LB+T/SB stands
for the combined scheme (8).

State Exptl IH-FS- FS- FS-RCCSD/LB + T/SB
[84] RCCSD[47] RCCSD/LB SDT-1 SDT-1" SDT-2 SDT-3 SDT

T, ground state 6s26p 2P/,

jid 49,266
EE  6s%p 2Py, 7793

Pb*, ground state 6526p 2P/,

P 121,245
EE  6s%p 2Py, 14,081

Pb, ground state 6526;12 3P

jid 59,819 364 cCcSsD - CCSDT 7
EE  6s26p> 3P 7819 —302 -28
3p, 10,650 —235 few meV accuracy 13
1D, 21,458 —394 achieved 5
15y 29,467 414 173

Hanbonee To4Hble paC‘-léTbI ANsa HewenoYHblIX aTOMOB B Mmpe!
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[MpoBepka Bo3mMoxHoCTel pensituenctckoin mogenn FS CCSDT
Vposhn atoma La, kondurypauun 6s°5d, 65'5d°, 5d°

OTK/IOHEHME PaCcCHUTaHHbIX SHEPruii Bo3DyxAeHni atoma La oT akcnepumeHTanbHbIX (CM_l)

mpexkpamHble 8036yxdeHus & cekmope 0h3p

5000 — _'_ —
B FS-RCCSD o—
HFS-RCCSDT 1; - 5
4000 -f‘— *
-f“_ -f*_ 0h3,
3000 5
2000
CCSD
1000 - —
ol
& s e 38 2 ¢« CCSDT =« = ¢
Q S Q9 S Lol
-1000 o o o o - - o Q o - - o o - - a I3 o a8 : : - Q
S oggds sg8 g8 Sggd &
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le/lJ'IO)KeHI/IeZ YTOYHEHNE KBaAPYMNOJIbHbIX MOMEHTOB AAEP BUCMYTaA

P 371eKTPOMarHNTHbIE MOMEHTBI TSHKENBLIX siaep U3mepetsl ¢ bonbwoi (go 20%) norpewwrocTbio!

P y3BEeYEHVE KBAAPYMNOJLHOrO MOMeHTa siapa () U3 3KCNepUMEHTaNbHO U3MEPSIEMbIX KOHCTaHT
CBEPXTOHKOrO KBafpynoJibHOro B3anmogeicTens B:

B [MHZ]

@ Ib1= 3325648867 g 2.0 ]

B — KoHcTaHTa anieKTpuyeckoii KBafpynosibHOW CBEPXTOHKOW CTPYKTYpb!

q — rpajVeHT 3/IEKTPUYECKOro NMosis Ha siape

> 351eKTPOHHBIE cOCTOsHUS 6p° aToma Bi SIBNSIOTCA CyLLECTBEHHO MHOrOKOHUMYPALMOHHBIMN
(cektop 0h3p npoctpaHcTea Poka)
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[MpunoxkeHune: yTouHeHVe KBaApPYNOJbHbIX MOMEHTOB SAep BUCMYTa

> n3Bne4vyeHme KBaApyI’IOﬂbHOrO MOMEHTa A4pa Q N3 SKCNEPUMEHTAJSIbHO U3MEPSAEMbIX KOHCTAHT
CBerTOHKOFO KBaApynOﬂbHOrO BBaI/IMOp,eﬁCTBVIH B:
B [MHz
Q [b] = (MHz]
234.9648867 - g [a.u.]

B — KoHCTaHTa 3/1eKTpNYecKoil KBafpynosibHOW CBEPXTOHKOW CTPYKTYpPb!

q — rpagueHT 3/IEKTPMYECKOro nosis Ha sgpe

TABLE 1. The calculated values of the electric field gradient in
a.u.(= Ey/aj) for the ground *53,, and excited *P§), electronic states
of neutral bismuth and the deduced values of the NQM of *Bi.

6p’ 4S§7/2 6p* 2P30/2
EFG:
FS-CCSD 2.983 —10.292
basis set correction 0.055 —0.050
FS-CCSDT — FS-CCSD 0.117 0.276
Breit contribution —0.058 0.088
Total 3.097 —9.978
B, MHz [36] —305.067(2) 978.638(10)
O(C”Bi), mb —419 —417
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(PakTuyeckn) oTkpbITbie Npobnembl no coctosiHuio Ha 2017 rog

YHET BK/IaJOB TPEXKPATHbIX BO3DYXXAEHNA U COCTOSIHUS C TPEMSI OTKPbITbIMU 060104KaMK
OVNOJIbHbIE MOMEHTbI NEPEXOAOB 1 APYrue HeanaroHaabHble CBOWCTBA

MOOENNPOBAHNE MPUMECHbIX LLEHTPOB B KPpUCTasnax

vvyVvVyy

OTCYTCTBME COBCTBEHHOrO COBPEMEHHOrO NakeTa Nporpamm

a TaKXe...

» npobnema BTOPraroLmXcst COCTOSIHNIA = ypaBHeHUsi MeToAa ODbIYHO He CXoasaTCs

19/39



D deKTUBHbLI onepaTop CBONCTBA

> unges metoga — oTbpacbiBaHMe BbICOKMX CTeneHel no T:

o) =t} = (1 7+ L0 ) 1)

» >chbekTuBHbIN onepaTop cBoiictea O Bo BTOpoMm nopsigke no T:

. TT 2 T2

0~ (o+ rtoyor+ U ) o rior 0t —(TTT)c/O>
2 2 cl,conn

TOYHOE B3aVIMHOE YHUUYTOXEHUNE BCEX HECBA3AHHbLIX AnarpaMm

WHTEHCMBHOCTM MOM/IOWEHNS N NCMYCKaHns ~ | (1;“),,|<9|1/;m) \2

ownbka < 10% Ans U3ydeHHbIX Cydaes

vvyVvVvyy

oaunH pacq'éT = MaTpWU4Hbl€ 3JIEMEHTbLI AN BCEX nap COCTOSIHUA

Cm. Takxe: A. Zaitsevskii, A. V. Oleynichenko, E. Eliav. Mol. Phys. €2236246 (2023)
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D/IEKTPOHHbIE COCTOSIHUSI ABYXaTOMHOW Mosiekyibl ThO

JHeprumn Tepmor T, cM ™

EO0"

20000

energy, cm
10000 15000

5000

PERTEEN R

1.9 2 2.1
r(Th-0), A

1.7 1.8

H(i)1
Q(i)2
A(ii)o™
B(ii)1
C(iii)1
D(iv)1
E(iii)0*
G(iv)2
F(iv)0™
I(vi)1

3KCM, CM

5317

6128

10601
11129
14490
15946
16320
18010
18338
19539

OTKJIOHEHME OT 3KCNEpMMeEHTa, CM

RPP/FS-CCSD

0h2p 0h2p
104 700
97 738
242 691
302 927
424 1698
440 1698
312 960
165 -

431 -

367 -

DC/FS-CCSD
1hlp

-149
-62
1098

-39

-1950

DkcnepuMeHTbl Ha monekyne ThO nossonnaun yctaHoBuTb Haubosee TOHHOE OrpaHMyeHme Ha
3MIEKTPUHECKUT [UNONbHBI MOMEHT 3nekTpoHa (nposepka CTaHgapTHON Mogenn)

1
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BpemeHa »un3Hu Bo30YyXAeHHbBIX COCTOSIHNIA ABYXaTOMHOR Monekyabl ThO

energy, cm

10000 15000 20000

5000

e

PRI B R

18

1.9
r(Th-0), A

H— X
Q—X

C— ..

C—Q

DkcnepumeHT
4.2+ 0.5 ms?
> 62 ms®

> 480 ns®
468 + 30 ns?

5.4+ 1.3 ms?

Teopus
3.82 ms

177 ms

400 ns

5.49 us
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[Monck Hambonee NHTEHCUBHbBIX nepexogoB B MOJIEKYJIE AcF

MoTeHuManbHbIE KPUBbIE 3AEKTPOHHbBIX COCTOsIHMEA Mosiekynbl AcF (pacuér metogom FS RCCSD)

(@)Q=0%*,0" (b)Q=1 ()0=2,3,4

30000| 4 7
25000
20000

v
2
2
3
15000
v

10000

Energy, cm™t

states 0"
states 0~ states 1

states 4
5000 1

o
<
x
=
E
o
2
B
O
Q
VX
X
WE
=]
2

22 23 20

20 22 2.3 2.0 22 23

21 21 21
R(Ac-F), A R(Ac-F), A R(Ac-F), A
KakKne N3 3TUX COCTOSIHUI MOXXHO Ha6J'I}O/J|aTb B SKCNepumMmeHTe

METOAOM J1a3epHOli PE3OHAHCHON MoHM3auMoHHON cnekTpockonun? = (;|d|yr) 23/39



Mownck Ha|/|6onee NHTEHCNBHbBIX NEPEXOOB B MOJIEKYE AcF
L. V. Skripnikov et al, J. Chem. Phys. 159, 124301 (2023)

P

= .
» nepcnekTnBHasi MoJsiekyna aas nowcka P, T -HewéTHoro

% windpdboBCKOro MomeHTa siapa (225Ac, 227Ac)

> Hu3KOMEXKallne COCTOSHNA MONEKYNbl — [1Ba SNEKTPOHA
Hag Bakyymom AcF%*

> ~ 80 cocTosiHuii B obnactn < 43000 cm !

» BbisBAEHbI Hanbonee NHTEHCUBHbIE nepexoabl

> coctosiHue (8)1 n3y4eHo B XOAE SKCMEPUMEHTA Ha

=
CRIS/ISOLDE (CERN)

16087

@1

12222

6e3 TeopeTn4eckoro MoAeNMpoBaHns bbio Bbl HEBO3MOXHO
e OCYLLECTBUTbL MEPBOE SKCNEpPUMEHTaIbHOe UCCAefoBaHNe
Q=0* Q=1 Q=2 monekynbl AcF!

()
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AcOH™ — nepgoe npeackasaHue MHOrOaTOMHOMO WOHa,
NOAXOASALLEro AN MPSIMOro J1Ia3epHOro OXJ1aXKAeH s

Electronic states of ACOH*
T

Qe o

(=]
o
o
= s
\\\ = H o
i
3\ €D
B8 38 S = b
) < (1)3/2.~
@ N i i
I
o
8 = —d
n H
AP (1)1/2
°r L T -
1.8 1.9 2 2.1 2.2 23

internuclear distance r(Ac-O), Angstrom

nepcneKTI/IBHaSI CNCTEMA AN HOBOIro NOKOJIEHUA SKCNEPUMEHTOB MO MOUCKY T, ,P'He"iéTHbIX 3d3CbeKTOB
= nouck cusnkn 3a npegenamun CTaHgapTHOR mMoaenn
A. V. Oleynichenko, L. V. Skripnikov, A. V. Zaitsevskii, V. V. Flambaum Phys. Rev. A, 105, 022825 (2022). 25/39



(PakTuyeckn) oTkpbITbie Npobnembl no coctosiHuio Ha 2017 rog

YHET BK/IaJOB TPEXKPATHbIX BO3DYXXAEHNA U COCTOSIHUS C TPEMSI OTKPbITbIMU 060104KaMK
ANNOJIbHbIE MOMEHTbI NEPEXOAOB 1 APYrue HeanaroHasbHble CBOWCTBA

MoAeNnpoBaHNE NPUMECHbLIX LEHTPOB B KpUCTasaax

vvyVvVyy

OTCYTCTBME COBCTBEHHOrO COBPEMEHHOrO NakeTa Nporpamm

a TaKXe...

> npo6ne|v|a BTOpPraktoLwmnxecs COCTOSAHUNA => YPaBHEHNA MeTOAA 0bbIYHO He CXoOAaTCA
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Bosby»xpaeHHble cocTosHus npuMecHbix noHos Ce3t u Th3* B maTpuue
kceHoTuMa YPOy4 1 nx BpemeHa xu3Hu

P NpUpPOAHbLITi KCEHOTUM comepXuT npumecn Th u U
P> papnaunoHHO CTOWKWUIA, HE MeTaMUNKTU3YyeTCs

> YHMKaJIbHO LIMPOKasl 3anpeLleHHast 3oHa (> 8.6 3B)

» YPO,s ¢ npuMeCHbIMY aTOMaMu aHTaHUAOB:

P> nasepbl, CUMHTUANSTOPbI, JOMUHODOPSI ...

> GoraTeiunii SKCNEpPUMEHTaNbHbIA MaTepuan:
YPO4:Ce3t, YPO4:Pr3t, YPO4:Nd3F, YPO,: YB3, ...

P> npouecchl nepeHoca 3apsija U SHEPrun Mexay caiiTamu

» YPO,4 ¢ NnpuMeCHbIMY aTOMaMU aKTUHULOB:

> MMOBUNN3ALNS BbICOKOAKTUBHbBIX OTXOA0B
> spaepHble Hackl Ha U3oMepHOM nepexoge B 229Th
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O30y XAOEHHbIE COCTOAHNA NMPUMECHbBIX NOHOB L€E 7 B MaTpunue
Bosb Ce3T u Th3*

kceHoTuMa YPOy4 1 nx BpemeHa xu3Hu

Ce3¢
(¢} O O .
# ™ theory experiment
o - 6.11
o © o 5.90 ——
) 551
\O [+] 5d g%g —_— —5.21
o 499 —— 4.96
5
o @
3.84
ﬂEﬂUO@UUQCKﬂﬂ Modesib MOOe/Ib MUHUMa/IbHO20 Knacmepa 3.58 Texptt = 23 ns
Ttheor = 24 NS Texp = 13 NS
» norpewHocTb nopsigka 0.2 — 0.3 aB
> ocHosHoe coctositue Th3t B kpucranne - 6d?
» mogenb MuHuMansHoro knactepa — FS RCCSD
> nonpaeka “Ha pacwupenune’ knactepa — TD-DFTO
4fr210.24-0.33 == =—=0.24
P> KkapTuHa ypoBHEel onpeaensieTcs cnuH-opbuToli 4fs2 4 0.00-0.07 ==10.00

[energies in eV]

6.01

5.51
5.28

4.04
3.63

The

vy v. Lomachuk, D. A. Maltsev, N. S. Mosyagin, L. V. Skripnikov, R. V. Bogdanov, A. V. Titov, PCCP, 22, 17922 (2020)
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CKOpO: TEOpeTMYEeCKe pacYETbl XUMCABUIOB B PEHTIEHOIMUCCUOHHbIX
CrneKTpax TBEpPAbIX Ten
YbF, YbF3

L =N /

» xumcgeur aununii PIC = npsimoe 30HAMpPOBaHME COCTOsIHUSI “aTOMa B BewjecTse’

P> KnacTepHoe MOAENVNPOBaHMNE, OKPY>XXEHME OMUCLIBAETCA NOTEHLMANOM BCTPaNBaHUs B KpUCTana

> wondpurypauyun £ (Yb*") u 12 (Yb’") = kpamepc-Heorpanmnuennbiii metog CCSD(T)

Nnn. B3aTtel us: V. M. Shakhova et al, Phys. Chem. Chem. Phys. 24, 19333 (2022)
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YHET BK/IaJOB TPEXKPATHbIX BO3DYXXAEHNA U COCTOSIHUS C TPEMSI OTKPbITbIMU 060104KaMK
ANNOJIbHbIE MOMEHTbI NEPEXOAOB 1 APYrue HeanaroHasbHble CBOWCTBA

MOOENNPOBAHNE MPUMECHbIX LLEHTPOB B KPpUCTasnax

vvyVvVyy

OTCYTCTBME COBDCTBEHHOIrO COBPEMEHHOIO NakeTa Nporpamm

a TaKXe...

> npo6ne|v|a BTOpPraktoLwmnxecs COCTOSAHUNA => YPaBHEHNA MeTOAA 0bbIYHO He CXoOAaTCA
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Peanusayus pensiTMBUCTCKOro METoAa CBA3aHHbLIX KNaCTEPOB:
naket nporpamm EXP-T

B Otpene keaHTosoli chusnkn n xumuu MNAD paspaboran
YHUKaJbHbI nporpaMmHblii komnaekc EXP-T:

NO3BOJISIET MOAEIMPOBATL aTOMbI, MOJIEKYIbI, MPUMECU B TBEPLOM Tese
KpaMepC-HEOrPaHUYEHHbIVi PENSITUBUCTCKIT METOJ, CBSI3aHHbLIX KNacTepoB
anst otkpbIThix obonoyek: MR-CC B npoctpaHcTee ®Poka

mogenu CCSD, CCSD(T), CCSDT-1,2,3, CCSDT

aHanuTuyeckne matpuubl naotHoctu anst CCSD n CCSD(T)

vVVvyVvyVvVyVvyy

MOJIEKYJISIPHBIE MHTErpasibl UMNOpPTUpYtoTcs 13 nporpammuoro naketa DIRAC

v

BO3MOXHOCTb ObICTPOiA pa3paboTkn n peannsaunm HOBbIX Mogeneii

v

pacq'éT CBOWCTB, B T.4. ANNOJIbHbBIX MOMEHTOB MepexoaoB — MHTEHCUBHOCTU B CNEKTpPaX

» napannennsauymusi: OpenMP

A. V. Oleynichenko, A. Zaitsevskii, E. Eliav, Commun. Comp. Inf. Sci. 1331, 375 (2020)
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[lakeT nporpamm EXP-T

@ aoleynichenko / EXP-T pubic

<> Code @ Issues 11 Pullrequests
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P

B Projects  © Security

master - §?2branches ©0tags

@ aoteynichenko Create LiceNsE

docs
examples
openblas
scripts

src

test
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LICENSE

README.md

README.md

The EXP-T progra

L msights

7r297aa 2 weeks ago

direct calculation of properties in the 0h1p and Oh2p sectors
direct calculation of properties in the 0h1p and Oh2p sectors
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expt_spectrum py script
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Create LICENSE

Update README.md

m system

58 commits
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The EXP-T program package is designed for high-precision modeling of molecular electronic structure using
the relativistic Fock space multireference coupled cluster method (FS-RCC). EXP-T s written from scratch in the
€99 programming language and is currently focused on Unix-fike systems.

Webpage of the EXP-T project:
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OCHOBHbIe PE3YyAbTaTbl N BbIBOAbI

» NpPOpbLIE B TOYHOCTU KBAaHTOBOXMMUYECKOrO MOAENMPOBAHUS 371EKTPOHHbLIX COCTOSHUIA TAXKENbIX
CUCTEM HEBO3MOXEH 6e3 OfHOBPEMEHHOrO 1 COrnacoBaHHOro y4éra peasitusuctckux, K3/ un
KOPPENSILMOHHBIX 3hhekToB

» paspabotaHa sepcusi metoga FS RCC gns cuctem ¢ Tpemsi HecnapeHHbIMU 3E€KTPOHaMM,
BbISIB/IEHbI €€ BO3MOXHOCTU 1 061acTb NPUMEHUMOCTHN

» B pamkax nogxoga FS RCC paspaboTaH HOBbI/i 3KOHOMUYHbIA METOL PacyéTa n3yHaTesbHbIX
(n He Tonbko) cBOIiCTB

P penATUBUCTCKUIA METOA CBSI3aHHbIX KNAaCTEPOB BMEPBbIE YCMELUHO MPUMEHEH K MOAEINPOBAHUIO
JIOKaNN30BaHHbIX BO3OYKAeHUl B KpucTasne
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[anbHeliwmne nnaxbi

P TeH30pHble Noe3na AJst CHUKEHUS BblducanTensHol ctoumoctu: A. C. PymsiHues

P aHanuTu4deckue Matpuubl naotHoctu ans metoga FS RCC

(ocTanock HanucaTb Kog)
P> cpepHue n nepexopHble 3HAYEHUSA ABYXYAaCTUYHbIX ONEPaTOPOB CBOWCTB

> paspaboTka meToga pacyéra koadbduuneHTos HeagnabaTnyeckoro cesisbiBanns (Yi|Vr|1r)

> MR Teopus BO3MyLUEHWI ANA NOKaJbHBIX BO3DY)XAEHUIA B KpUCTannax
(BbIMMCNEHME NonpaBok U pe3ynbTaTy pacdéra metogom FS RCC)

P n3y4yeHue BO3MOXKHOCTel apyrux Bepcuii metoga MR CC:

[n) =D T D) (D] - [n)

[¥n) =" - [dn)
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Cnucok nutepaTypbl: 0DODLIEHHbBIE PENSTUBUCTCKUE MCEBLOMNOTEHLMANbI

[1] Generalized relativistic effective core potential: Gaussian expansions of potentials and pseudospinors for
atoms Hg through Rn

[2] Generalized relativistic effective core potential: Theoretical grounds
[3] Accounting for the Breit interaction in relativistic effective core potential calculations of actinides
[4] Generalized relativistic effective core potentials for superheavy elements

[5] Generalized relativistic small-core pseudopotentials accounting for quantum electrodynamic effects:
Construction and pilot applications

[6] LIBGRPP: a library for the evaluation of molecular integrals of the generalized relativistic pseudopotential
operator over Gaussian functions
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Cnuncok nnTepaTypbl: PENSTUBUCTCKNIA METOZ CBSI3aHHbIX KAacTepoB

[1] Padé extrapolated effective Hamiltonians in the Fock space relativistic coupled cluster method

[2] Generalized relativistic small-core pseudopotentials accounting for quantum electrodynamic effects:
Construction and pilot applications

[3] Electronic transition dipole moments in relativistic coupled-cluster theory: the finite-field method

[4] Relativistic Fock space coupled cluster method for many-electron systems: non-perturbative account for
connected triple excitations

[5] Relativistic Fock space coupled-cluster study of bismuth electronic structure to extract the Bi nuclear
quadrupole moment

[6] Relativistic Fock-space coupled cluster method: Theory and recent applications
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Cnuncok nuTepaTypbl: HEKOTOPbLIE MPUIOXKEHNS

[1] The branching ratio of intercombination A1+ ~ b3 — 235+ /XY transitions in the RbCs molecule:
measurements and calculations

[2] Diagonal and off-diagonal hyperfine structure matrix elements in KCs within the relativistic Fock space
coupled cluster theory

[3] Ab initio study and assignment of electronic states in molecular RaCl

[4] Ab initio relativistic treatment of the a3 — X1¥F, a3+ — XI¥+ and Al — X1X T systems of the CO
molecule

[5] Fourier-transform spectroscopy and relativistic electronic structure calculation on the c3X T state of KCs

[6] The a®=* state of KCs revisited: hyperfine structure analysis and potential refinement
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Cnuncok nuTepaTypbl: HEKOTOPbLIE MPUIOXKEHNS

[7] Relativistic Fock space coupled-cluster study of bismuth electronic structure to extract the Bi nuclear
quadrupole moment

[8] Laser-coolable AcOH™ ion for CP-violation searches
[9] Theoretical molecular spectroscopy of actinide compounds: The ThO molecule
[10] Ab initio study of electronic states and radiative properties of the AcF molecule

[11] Compound-tunable embedding potential method to model local electronic excitations on f-element ions in
solids: Pilot relativistic coupled cluster study of Ce and Th impurities in yttrium orthophosphate, YPO,4

[12] Optical cycling in charged complexes with Ra-N bonds
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