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B npoLAbIv pas...

31 mag 2017
Fock Space Coupled Cluster Code (FSCC):
MpoeKkT NPOrpaMMHOro KOMNAeKca AAS BbICOKOTOYHbIX POCYETOB

3AEKTPOHHOU CTPYKTYPbl U CNEKTPOB MOAEKYA COeAUHEHUN TAXKEAbIX
3AEMEeHTOB

v 0BbeAMHeHWe 1 cuctematmnaaums nmeromxcst kopoos (GRECP, CC, ..)

v CO3A0HUNE eANMHOOBPA3HOIO MHTEPPENCA K HUM

11 anpeaqa 2018
FSCC: nporpaMmMHbIVi KOMNAEKC AAS BbICOKOTOYHBIX POCYETOB

3AEKTPOHHOMN CTPYKTYPbl U CMEKTPOB MOAEKYA COeAUHEHUNN TSHXKEAbIX
3AeMeHTOB: TeKyLiue BO3MOXXHOCTU U NepCneKTUBbI

v PA3PABOTKA U TECTUPOBAHME 2PPEKTUBHBIX OATOPUTMOB

v pAcYeT MOMEHTOB NnepexoA0B B pamMkax FS-MRCC



v MNepexoAUM K BbICOKMM CEKTOPAM MPOCTPAHCTBA DoKa: Teopus]

v COBEpLUEHHO HoBAg nporpamma — EXP-T



|. FSCC B BbiICOKMX CeKTopax: Teopus



MeToA CBS30HHbIX KAOCTEpPOB B nNpocTpaHcTee doka

(KpaTKOE HAMOMUHAHME)

SR-CC.:
Wo) = e’ |‘I)0>
FS-MRCC:

o) = e} > Crl@p)

MOAEAbHbIN BEKTOP
AMHENHAST KOMOUMHALMS
AETELPMUNHOAHTOB

(HEMHOTO YCAOXXHEHHbIN)
BOAHOBOM Ooneparop

v PA3MEPHO-COTAQCOBAHHbLIM METOA,
v UAEOABHO MOAXOAUT AAST 30AAY ATOMHOW M MOAEKYASIPHOW CMEKTPOCKOMUA

X CTPYKTYPO MOAEABHOIO NMPOCTPOHCTBA NMOAHOCTBIO ONpeAeAseT Kpyr
AOCTYIMHbIX 9AEKTPOHHbIX COCTOSIHUIN (OBAACTb NPUMEHUMOCTH)

0O630p metopos MRCC: D. Lyakh, M. Musial, V.F. Lotrich, R.J. Bartlett. Chem. Rev. V. 112, P. 182 (2012)
FS-MRCC: I. Lindgren. Int. J. Quantum Chem. V. 14. P. 33 (1978); A. Landau, E. Eliav, U. Kaldor. Chem. Phys. Lett. V. 313, P. 399 (1999)



MoaeAbHoe npocTpaHcTBO B MeTtoae FSCC

BAKYYMHbI
AETEPMUHAHT
(06bl4HO XD)



MoaeAbHoe npocTpaHcTBO B MeTtoae FSCC

he) = {7} > Crl®p)

AKTUBHOE NMPOCTPAHCTBO
CMUH-OPOBUTAAEN/CNMHOPOB

Do)
BAKYYMHbI

ASTEPMUHOHT
(0B6blYHO XD)



MoaeAbHoe npocTpaHcTBO B MeTtoae FSCC

QKTUBHOE
MPOCTPAHCTBO

|®o)
BAKYYMHbIV CekTop (0,1) v CPOACTBO K SAEKTPOHY
AETEOPMNHAHT h = 0 p = ] v SNAEKTPOHHbIE COCTOSIHNSI QHNOHA
(0BblyHO XD)

Sr+, Bat*, Rat (Sahoo et al, 2009); 8
RbAr (Medvedev et al, 2018); CaF (Isaev et al)



MoaeAbHoe npocTpaHcTBO B MeTtoae FSCC

QKTUBHOE
MPOCTPAHCTBO

Do)
BAKYYMHbIV Cektop (0,2) v rMOKoe OrnMcaHMe CUCTEM C ABYMSI
ASTEPMUHAHT h=0 p=2 OTKPbITbIMX OBOAOHKOMU
(06bl4HO XD)

atombl Hg, E112 (Eliav et al, 1995) 9
Ammepbl RbCs, Cs2 (Zaitsevskii et al, 2017)



MoaeAbHoe npocTpaHcTBO B MeTtoae FSCC

QKTUBHOE
MPOCTPAHCTBO

| Do)
BAIKYYMHbIM CeKTQp (0,3) v SAEKTPOHHbIE COCTOSIHUNSI CUCTEM C
ASTEPMUHOHT h=0 p = 3 TpemMs OTKPbITbIMM OOOAOHYKAMM
(06bI4HO XD)

10



MoaeAbHOoe npocTpaHCcTBO B MeTtoae FSCC

OKTUBHOE
MPOCTPAHCTBO

Cektop (0,3) v SAEKTPOHHbIE COCTOSIHMUSI CUCTEM C
h=0 p=3 TpeMs OTKPbITbIMM OBOAOHKOMU

(o6b|qu XD)
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MoAeAbHOEe NPOCTPAHCTBO: BbICOKUE CeKTopda

“BbicoKne cektopa” — 6oAee ABYX KBA3MYOACTUL, HOA BaKyymom depmu

v Peanmsauma FSCC aAng "BbICOKMX CEKTOPOB” cAEAQEeT AOCTYMHbIMU
pOHEee KpamHe TpyAHblIE AAS NMPELM3MOHHOIO MOAEAMPOOBOHUST CUCTEMBI
(HECKOABKO OTKPbITbIX OOOAOYEK)

(0,3) Anmepbl WeAo4uHOM — LeAoYHo3eMenbHbIm meTaaAa (LICa, RbSry, ...)
(0,3) anmepsl WeaodyHom MmeTtann — uttepoun (YbRb, YCs, ...)

(0,3) coepmnHerma U, Np(lV)

(0,4) coepmnenma Pu(lV)

(1,p) aAeKTPOHHbIE COCTOSIHUS C O- UAK f-AblIPKOM (XOpAKTEepHO ans Au, YD)
+ QTOMHbIE CMEKTPbI BCEX P-OAEMEHTOB U BOAbLLIEN YOCTU d- N f~OAEMEHTOB

+ nepBble NPEACKOA3AHUS B XMMUKM cyrnepakTnHnaos (E121 1 aoanee)

Kak ckoHcTpyupoBatb FSCC ana BbICOKUX CEKTOpPOB?

12



YpasHeHnua metoaad FSCC (HanomuvHarHne)

KaactepHbin oneparop T B cektope (N,p):

_ (hp) _ p(0,0) | p(0.1) | 7(1,0) 4 An(11)
T=>Y Y TV =700 4 70D L P00 7L
hp n
Te) — R TP |

CCSD CCSDT

Bce TP) onpepeAeHbl OTHOCUTEABHO OBLLETO BAKYYMHOTO COCTOSIHUS]

AP PEeKTUBHbIN TOMUABTOHUOH:
MNPOEKTOP HA

MATPLIA (h;p) (h,p) T (h,p) MOAEABHOE
pasmepHoctn Mh+p, H = PP HIet L PY%
M — 4MCAO AKTUBHDBIX eff { } MPOCTPARCTEO
CMUHOPOB

AVNOTrOHOAM3OLMS

3HEpPrum HECKOAbKUX SAEKTPOHHbIX COCTOSTHUN 13



FSCC B Bbicokux cektopax: moaeab CCSD

B cektope (h,p) ¢ h+p = 3 B pamkax mopean CCSD (T=T, + T,) HeAb3s
NOCTPOUTb OTBEYAIOLLUIA CEKTOPY KAQCTepPHbin onepartop T(h.p)

v otrcytcTeyet 1(h.0) = He Hy)KHO PeLLaTb AMMAUTYAHBbIE YPOBHEHMS (BbICTPO!)

v 90DEKTMBHBIA TAOMUABTOHUAH CTPOMUTCS U3 MOAEKYASIPHBIX MHTENOOAAOB U
AMMNAUTYA U3 Bonee HU3KKX cekTopos (h+p < 3) HenTepaTneHoO:

HP(COSD) = Php g {hi+T2) plhp)

v MOKCUMYM 6 KBA3MYOACTULL, HOA BOKYYMOM (OTKPbITbIX OBOAOYEK)

| o)XXuaaeTrcs NOHUXeHne TOYHOCTU B PSIAY CEKTOPOB:
0.0 ~@O,1H~02>0.3) >4 >@>5) >@06)

I AAS1 BBICOKOM TOYHOCTU MOTPEOYIOTCS1 6OAbLUME MOAEAbHbIE NMPOCTPAHCTBA
14

A. Haque, U. Kaldor. Chem. Phys. Lett., V. 120, P. 261 (1985) ; S. R. Hughes, U. Kaldor. Chem. Phys. Lett., V.194, P. 99 (1992)



FSCC B BbicOokux cektopax: moaeAnb CCSD+T(3)

Naeq: nonpobyemM OLEeHUTb AMINAUTYAbI ONepaTopoB T; UCXOAS U3
APrymMeHToB MHOro4YaCTUYHOU TeOPUN BO3MYLLLEHUNN

T; n ux BKAOA AH_(T;) OLLEHMBAIOTCS TOABKO OAVH PO3 B KOHLL@ pacyeTa
— MCTOABYIOTCS ~ COLLEALIMecs” aMnAnTyAbl T; 1 T,

Heps = Hepp(CCSD) + AHpy (T5) | [Ty, Ho| = VT

v O4YeHb AeLueBol

v YYUTBIBAKOTCS TOABKO MOSIBASIHOLLMECS B TPETbEM NOPSAKE TB BKAOAbI B Hp
v MOTYT OblTb NOCTPOEHbI (OLLeHEHb!) amnAnTyAbl T4 8 cextopax (0,3) 1 (3.0)
v MOAEAb OHAAOTMYHA 0Bbl4HOMY MeToay CCSD(T)

X He BCerad npeApACckasyemMast TOYHOCTD (aas cektopa (1,0) cm. Bernholdt, Bartlett, 1999
15

A. Haque, U. Kaldor. Chem. Phys. Lett,, V. 120, P. 261 (1985)



FSCC B Bbicokux cektopax: moaeam CCSDT-n

Tenepb AMNAUTYAbI T; OLLEHMBAIOTCS HO KOXKAOM LUAre pelleHus
OMMAUTYAHBIX YPOBHEHWUI U BHOCSIT BKAGA B YPOBHEHUS HO aMnAUTYAbl T, n T,

CCSDT-1:

[Tg, Ho] ~ VT2

MOBTOPSIETCS AO
AOCTMOKEHWNS]
CXOAMMOCTH

T17T2 — f(va T17T27T3)

v UTEPATUBHOE PeLLEeHNE YPOABHEHUNA TOABKO B HU3KUX CEKTOPAX
v BbIYMICAUTEABHAOS CAOYKHOCTb HUMXKE, Yem Yy noaHoro CCSDT

v PEOAM30OBATb HE HOMHOTO cAoXkHee, Yem CCSD+T(3)

CCSDT-2, CCSDT-3: B HeTPMBUAAbHbIX ceKkTopax He aAewesne CCSDT

16

SR-CCSDT-n: J. Noga, R. Bartlett, M. Urban. Chem. Phys. Lett., V. 134. P. 126 (1987)
FS-CCSDT-1: S. R. Hughes, U. Kaldor. Chem. Phys. Lett., V. 194, P. 99 (1992)



FSCC B Bbicokux cektopax: moaeAam CCSDT

B moaean CCSDT amnantyabl T; onpeaeAeHbl Ang cekTopos ¢ h+p = 3

v aHoAormyHo FS-CCSD:
h+p <3 — pelleHre OMNAUTYAHBIX YPOBHEHUM

h+p > 3 - HeutepatneHoe noctpoeHme H g

v O4EHb BbICOKAY TOYHOCTb

v A0 10 KBa3nyacTul, HOA BOKYYMOM (OTKPbITbIX OOOAOYEK)

I CAOXKHOS MPOrPAMMHAS PEAAM3ALMS

X O4YEeHb BbICOKAOS BEIYUCAUTEABHAST CAOXKHOCTL (o1 O(N8))

— MOTIYT NOMO4Yb TOABKO NMAPOAAeAbHble BbIYHUCAEHUS

17

S.R. Hughes, U. Kaldor. Chem. Phys. Lett., V. 204, P. 339 (1993).



CpaBHeHne MoaAeAen: ACUMNTOTUYECKAa CAOXKHOCTb”

Cektop (h+p) (0,0) (N (2) 3) 4) ) (6)
CCSD IN© ATNP A2NA ASN' ASN!  AIONT  AIZNT
+T(3) N7 ATNG A2N5 ASN2 ABN _ _
CCSDT-1 N/ ATNé A2N° ASN? ASN!  AIONT  ATZNT
CCSDT-2/3 N/ ATNé A2N° A3N° A8N2  AIONT  ATZNT
CCSDT N8 AN/ A2N° A3N° A8N2  AIONT  ATZNT

UTEePATUBHOE pPeLUeHNe yPaBHEeHUN HeureparnsHoe noctpoerHune H .

<

A — YUCAO BOAEHTHbIX (QKTUBHbIX) CMMHOPOB

N — pasmepHOCTb 6A3MCA OAHOYACTUYHBIX GYHKLM

Kak npasuao, A << N
18

*BEeMEeHHAsT ACUMMNTOTUYEeCKast CAOXKHOCTb O(...)



CpaBHeHue Mmopenen

oXXnaaemasa TO4YHOCTDb

CCSD CCSD+1(3) CCSDT-1 CCSDT1-2/3  CCSDT

ACUMMNTOTHNHEeCKAS CAOXKHOCTb

CAOYKHOCTb MPOrPAMMHON PEeOAU3ALUM

Kak noctpouTtb 3(p(peKTUBHYIO nNporpammy?

19



Il. Ha nytu K 3dPeKkTmBHOM peaAnsaumm




HoBag nporpamma EXP-T

Tpe60oBAHMS K HOBOU NporpamMmme:

v AONKHA paboTaTh ¢ AObiMM raMmmasToHMaHAMK (NR, DC(B), 2cECP, ...)

N TOYEYHbIMM TPYMNNAMM D2h + noarpynnel + C -+ D

% h

v CCSD: muHmumym 500 cnnHopos
v CCSDT: mmbmmym 200 cninHopos
v BblCOKMe cekTopa — xot4 6bl (0,3)
v Moaenm Ao CCSDT BKAKOUYMTEABHO
v YAOOHOg cbopka (cmake)

v MOPAAAEAUIM

21



Hosas nporpamma EXP-T

Moaenm:
v CCSD
v CCSD+T(3)
v CCSDT-1,2,3
v CCSDT

NHTETrPAAbI:
v DIRAC*, OneProp

v AIOOble TAMUABTOHUOHDI
U CUMMeTPUmn

[TapaareAnsaums:
v OpenMP
v CUDA**

+ CABUIM 3HOMEHATeAeU (Zaitsevskii et al, PRA 2017)

** NVIDIA ® CUDA TM; J. Nickolls et al. ACM Queue, 6 (2), pp. 40-53 (2008); www.nvidia.com

Cextopa (h,p):

PEeaAN3OBOHHbIE
NACGHUPYEMble

| el

(1.2

(1,0) (0,1)

L. Visscher et al. DIRAC, a relativistic ab initio electronic structure
program, Release DIRAC17 (2017) (http://diracprogram.org)

22



Hosasa nporpamma EXP-T: aAroputmbl

AOM K 3 DEeKTUBHOW peaAn3aLum — UCMOAb3OBOHUE CUMMETPUN

Fagly, Q% @.0T 5@y, @y, ®..

HEeHyneBble

MHOroMepHbI¥ MacCUB UHTErpasioB UaN aMmnanuTyp,
CUMM. O/IOKU

(1.H. cxema direct product decomposition, DPD) 23

J. F. Stanton et al, J. Chem. Phys. 94, 4334 (1991),; A. Shee. PhD thesis (2016)



HoBas nporpamma EXP-T: aAroputmel

MHOromMmepHbi MOCCUB COBOKYMHOCTb HEHYAEBbIX OAOKOB
UHTErpaAOB U X NHAEKCOB UHTErpaAoB 6e3 MHAEKCOB

v CUMM. BAOKM MOXKHO PpA30UTb HO BAOKM EeLLLE MEHBLLETO PA3Mepa —
B 30BMCUMOCTU OT OObEMA AOCTYNHOM OMEPATUBHOM NAMSITU

v BAOKM AETKO XPOHUTb HA PA3HBIX Y3AOX KaacTepa (MP)
— BO3MOYKHO peLleHne O4eHb BOAbLLUMX 30A0Y

metainfo

cpu0
“master”

24
23



HoBas nporpamma EXP-T: aAroputmel

TpaHCcno3uUung MHOroMepHbIX MOCCUBOB

v acumnrotnyeckas cAoxHocTb: O(NY) (ana moaenn CCSD)

v MOAHQO9 HE3ABNCHMMOCTb MO AQHHBIM = O4eHb AeTKO NMAPAAAEAN3OBATb

BblunCAEHUE CBEpPTOK AUArPaAMM
v BblUNCAEHME CBEPTKM = MATPUYHOE YMHOXXEHMe
v ncnonbzoBaHa 6urdanotreka LAPACK (OpenBLAS, ...)
v HYAEBbIE CUMMETPUMHBbIE OAOKM UTHOPUPYIOTCS

v OTPOMHbIN PecypcC NAPAAEAn3IMAl!

25



EXP-T: peanbHas 3aaaua

KCs/ C_,
452 cnuHopa
Coopka komnuasitopamu Infel 19 + MKL v 2019.0.3, Infel(R) Xeon E5-2680v4, 1 notok

Intel® C++ Compiler 19.0; Intel(R) Math Kernel Library 19.0 Update 3 for Linux

EXP-Tv1.3.3
COPTUPOBKA UHTETPOAOB 16080
Bpems Ha utepaumto (0,0) 348
Bpemst Ha utepaumto (O,1) 405

Ho B EXP-T:

> BCS1 APUPMETUKA KOMMAEKCHOSI
> HE YUYMTBIBOETCS MepeCTAHOBOYHAS cumMmmeTpus (4x)
> He peaAnsoBaH DIIS u 1.A.

26
> ectb OpenMP napaareausaumsl!



EXP-T + OpenMP

KRb/ C_,
362 cnuHopa

Coopra komnuasitopamm Infel 18 + MKL v 2018.0.1 *, Intel(R) Core(TM) i9-7900X
Bpema Ha utepauuio B cektope (0,2)

OpenMP: cunsHaa macwtabupyemocTb
8 I I 1

)
990
Ay

yCKopeHue, pas

0 | | 1

1 2 3 4 27
yncno OpenMP HUTeH

* Intel® C++ Compiler 18.0; Intel(R) Math Kernel Library 18.0 Update 1 for Linux



EXP-T + NVIDIA CUDA

Atom Rb
182 cnuHopa

Co6opka komMmnmasitopamm Intel 19 + Intel MKL 2019.0.3*, AMD FX(TM)-8320 (8), 1 notok
GPU: NVIDIA(R) GeForce(R) GTX TITAN Black

EXP-T, seq EXP-T/CUDA

CooV 334 1189
Cs 3087 2300
Cl Q9726 4825

28

* Intel® C++ Compiler 19.0; Intel(R) Math Kernel Library 19.0 Update 3 for Linux h’r’rps://www. nvidia.com



AAAbHenwmne NAAHbI

v y4yeT NepecTtaHoBOYHOM cumMmmeTpum amnamtya: CCSD 4x, CCSDT 36x
v mopaenn CCSD+T(3), CCSDT-n, CCSDT Bo Bcex ceKktopax
v CEKTOPAd C TPEeMS KBA3MYACTULLIOMU (KOA AeTKO MOoAy4dmTb 13 SR-CCSDT)

v AanbHenwmne ontummnaaummn OpenMP/CUDA napaareAmama:
OCUHXPOHHbIE YTeHne ¢ AMcKa / Bbirpy3rka Ha GPU

v pernctpaums NO mn cant

29
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