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Beseaenune

Meropl KBAHTOBOj XUMUH, IIPAMEHSIEMBIE J[JIsl PACYETa MOJIEKYJI, sIBJIsI-
FOTCsl TPAJIUIIMOHHOM 06JIACTBIO MCIIOJIB30BAHHUSI CYIIEPKOMIIBIOTEPOB (CM.,
nanpumep, [1]). KanroBoxumudeckue pacyersl OCYIIECTBIISIOTCS HA IEPBOM
B ciucke TOP500 (ma nHosbpn 2019) cynepkommnbiorepe Summit [2],[3].
3uameHuThIl TaHupyeMblit nepsbiM B CIITA sKr3adonc-cynepkoMiboTep
Aprouuckoii nanunonabHoi aboparopuu [4],[5] Gyuer ucnosb3zoBarbes AJist
peleHus 3a/1a9 KBAaHTOBOI xumuu [6].

B HesMIuMpuUecKuX U MOJIyIMIHPUIECKUX KBAHTOBOXUMUYECKHUX
MeTOJ[aX JIJIsl PElleHnsl NCXOMHBIX MHTerpoud GepeHInaIbHbIX ypaBHEHWI
HCTIOTB3YeTCsT AIMTPOKCUMAIINsST BOJTHOBBIX (DYHKIIHIT ¢ IpUMeHeHneM Ga3uc-
HbIX HAOOpoB (ynknuii. lajgee Mbl UMeeM B BUJLy TOJBKO TPAMUIHMOHHbBIE
JU1sT MOJIEKYJI, 9KCIIOHEHIMAJILHO YOBIBAIOIITE C DACCTOSIHUEM OT s1JIep aTOMOB
Gazucubie GyHKImI — aromuble opburanu, (AQ) obmero GyHKIIOHAILHOTO
Buzia B chepuieckoil cucreMe KOOpAUHAT

(1) ¢(T, 0, 90) =Yim (67 @)TZR(T)a

rJae AJjisd HESMIINPUIECKUX PaCYe€TOB IPUMEHACTCA JUHeHaA KOM6I/IHaIlI/IH
T'ayCCOBbBIX 9KCIIOHEHT

) R(r) =3 e,
k

C pocrom uncsia N ucnonb3yembix AO pacTeT TOYHOCTH pacyera,
OJIHAKO CHUJIBHO BO3PACTAET M €r0 PECYPCOEMKOCTh, 0COOEHHO BPEMs PACUETa.
ITocse pacuera HEOOXoaUMBIX Gasupyonmuxcs Ha AO MOJIEKYIIAPHBIX
HHTErpaJjioB, Yucjio KoTopbix ectb O(N?), pemenue csoguTcst 06bIIHO
K HEKOTOPBIM 3ajiadaM JIUHEHHOH aareOpbl. B pas3HbIX THIIAX 9TUX HHTErpa-
JIOB UCIIOJIBL3YETCsT JI0 YeThIPEX IEHTPUPOBAHHBIX Ha pasHbix aromax AQ,
npuyeM Jist OOJIBIIUX MOJIEKYJ H0Jiee BCEro JIUMUTUPYIOT BPEMsI pAcueTa
MMEHHO YeTBIPEXIIEHTPOBbIE NHTErPAJIbI.

OCHOBHBIE TIPUMEHSIEMbBIE CEIOJIHSI METOJIbI KBAHTOBON XUMUU TPEOYIOT
JUTsT pacdeTa 3JIEKTPOHHOTO CTPOEHUsI, BKJITIOYAIOIIETO TOTHYI0 SHEPTUIO
E wmonekynsipHOil cuctembl, nporeccoporo spemern ot O(N3) s
TPAIUIMOHHBIX OBICTPBIX M MEHEE TOUHBIX MTOJIYIMIINPUIECKUX METOJIOB
110 O(N) myist mosiHOro MeToa KOH(MDUIYPAIMOHHOIO B3aUMOIEHCTBUSL.
IMupoko ucnoab3yembie MeTosbl Teopun GyHKIMOoHANA motHOCTH (DFT)
tpebytor O(N?). Uncino N nuHeiHO MPOTOPIHOHATLHA YUCTY aTOMOB, 1
mostomy cynepIdBM Tpebytorcs mist pacaera E mbo m3-3a HEOOXOIUMOCTH
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HCIIOJIb30BaHUsi 60JIee TOYHOTO U PECYPCOEMKOr0 METO/Ia PacdeTa, JImbo
13-33a HEOOXOIMMOCTH PacIeTa OOIBITNX MOJIEKYJI C OOIBIITUM YHCIOM
aromoB u N. Orciona npobiema BbiOOpa Hanbosee OBICTPOIEHCTBYIOIIErO
METOJa, JOCTUTAIONIEr0 PA3yMHOW TOYHOCTH.

YacTo ucnoab3yeMble HOLyIMIIpruaecKune MeToasl u Meroasl XP /DEFT
TPAIUIIIOHHO TPEOYIOT HAXOXKIEHUsT COOCTBEHHBIX 3HAYEHUI M BEKTOPOB
HOJIy9aeMOil MaTPUIBI OJHOJIEKTPOHHOrO TaMusibronnana (hokuana F)
pasmeproctu N X N:

(3) FC = eSC,

rjie S — MaTpHIa HHTErPaJoB IePEeKPLIBAHNUS, a BBIIE Pedb LA 00 WHTe-
rpajax, HeoOXOAMMBIX It pacdera MaTpuiisl F'. Pemenne aToro ypasHenus
tpebyer O(N?3) IpoIeccoOpHOTo BpeMeHH, JaeT MOJIeKyIsapHbIe OpOUTa I
(MO) kak snuneitnyio kom6unanuo AO ¢ koaddunuenramu u3 marpuist C,
U BBITIOJTHSIETCS] UTepariioHHo. Jlis oveHb 60X MOJIEKYT BO3MOXKHO
or6pachiBaTh MaJjible MHTErpajibl (MX H0Js CYIIECTBEHHO BO3PACTAET
€ POCTOM PACCTOSTHUIT MEXK/IY YV/IAJTEHHBIMA «KOHIIAME» MOJIEKYJIBI), ITO
JTaeT yMeHbITeHne BpeMeHH pacdeTa HyKHBIX HHTerpaios g0 O(N?).

s pacderoB Hanbosiee OBICTPHIMA TOIYIMIMPUIECKIMI METOIAMU 1
DFT rakux GOJIBITIX MOJIEKYJI MOSBUIMCH YCKOPEHHBIE BBIYUCIUTEIHHBIE
METOJIUKH C OTKA30M OT TPAJUIMOHHON Juaronajn3anun F' u3 ypaBHEHUsI
(3) u ¢ muueitabiM O(N) MacImITabHPOBAHHEM BPEMEHH pacdera Jjs
PUTAHTCKUX MOJIeKyJ (60Jiee ThICAYM aTOMOB), HO C OY€Hb OOJILINUM
koadbunuentom nepex O(N). st ruraHTCKUX MOJIEKYJI U3 MHOTHX THICAY
ATOMOB JIJIsI JIOCTUKEHUST JIMHEHHOTO MaCIITabUPOBAHUS HEOOXOMMO €II1e
[PUMEHSITh TAK HA3BIBAEMBII MeTOM ObICTphIX Mynbrunosieii FMM [7].

[Mosrysmumpudeckue METO/IbI ropas3 o ObicTpee (HO U MEHee TOYHbI),
gem DFT, T.x. He TpebyIOT pacdera TAKOTO OOJIBIIOrO YUCJIAa WHTETPa-
JioB. VImeercst coobIeHre O MPOBEIEHUN MOJIYIMIIMPUIECKOTO PACIeTa
MOos1eKy/Ibl 13 100 ThICSY ATOMOB € IPUMEHEHHEM TMOPHUIHOTO PACIIAPAJI-
seuBanust OpenMP+MPI ua 1024 uporeccopax [8]. Mcnosb3zoBanue
cynepdBM JIOMOHOCOB ¢JIeJIAJI0 BOBMOYKHBIM KBAHTOBBIE PACYETHI MTOJTHBIX
JIOKUHD-KOMILTEKCOB B P®D 3a pazyMHoe BpeMmsl ¢ IPUMEHEHUEM TOJIHLKO
MOJTy9MITMPUIECKAX METOJOB [9].

Bosee Tounbie HEIMIUPUIECKHE PACYETHI, B TOM YHCJIE 0 Hauboee
6bicTpoMy U IMpPOKO ucnoablyemomy DFT, moryr 6srre B 1000 pas
MeJIeHHee, yeM nosyaMiupudeckue [10]. B [11] upusenens! pe3yibraTs
pacueroB merogoM DFT, ajlanTupoBaHHBIM B IPOTPAMMHOM KOMILJIEKCE
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ONETEP na O(N)— pac4ersl GOJBIITUX MOJEKYJ. DTU PACIETHI IIPOU3BO-
munuch Ha BxogusineM B TOP500 cymeprommbiorepe Iridis 4 Ha 6a3e
JIBYXIIPOIIECCOPHBIX Y3JI0B ¢ BochMusifepubiMu Intel Xeon E5-2670/2.6
I'T m mexcoemmuenus Infiniband FDR ¢ ucronbpzoBarnem rubpuiHOTO
OpenMP + MPI pacnapaJuiesiuBasus.

Pacyer takoro BeitsHyTOro (hubpHIUIApHOro Geska (peaibHbIE [JIODY-
JiipHble Gesiku ByyT CYMTATHCs 3HAYUTEILHO MejjenHee) u3 13696 aTromos
3anst 7,3 dac. IIpu srom DFT-pacuer 6Geska ua cynepDdBM Cray XC30 [12]
HPOBOIMIICS BOOOIIE He ¢ npuMenenneM rayccoBbix AO (coorBercrByommx
dbopmynam (1) u (2)), a B 6a3uce MIOCKAX BOJIH, MCIIOIb3yEMOM OOBITHO
JIJIS PACIETOB TBEP/IbIX TeJI, & HE MOJIEKYJL.

Bce cka3aHHOE OTHOCUTCSI K TaK HA3bIBAEMBIM OJHOTOUYEYHBIM PacdeTam
¢ GUKCUPOBAHHONW reOMeTPHUel PACIIOIOKEHUS ATOMOB MOJIEKYJIbI, HO
B Dsijie CiydaeB TpeGyeTcs elle ONTHMU3AIMs MeOMeTPUN (J1eKapTOBbIX
WM BHYTPEHHUX KOODJIMHAT) ¢ [OMCKOM MUHUMyMa F, 9T0 CyIeCTBEHHO
YBEJIMIMBAET BPEMsI PACUeTa nu3-33 HEOOXOMUMOCTH OJHOTOYEUHBIX PACIETOB
[P PA3HBIX TEOMETPHSIX, OCOOEHHO JIst GEJIKOB € WX ThICSTUaMU aTOMOB (1
COOTBETCTBYIONIUX CTEIECHEH CBOOOIBI ONTUMU3AIUN T€OMETPUH).

Ecnu ke HyKeH pacdeTr He TOJBKO F, a U IPyrux TepMoOImHAMU-
YEeCKUX BEJIMYUH, TO HYXKHBI JIPYyTUe KJIACCUIECKHUE J[JIsi TPUMEHEHUsI
CYIIEPKOMITBIOTEPOB METObI BBIUUCIATETHHON XUMIHU — MOJIEKYJISIPHOMI
JIMHAMUKN, KOTOPbIE U Ha CyIIEPKOMITBIOTEPAX CEYaC OCHOBBIBAIOTCS
00OBIYHO HA TPOCTEUIIINX HEKBAHTOBBIX pacdueTax F/, a Ha BBINMIEYKA3aHHBIX
KBAHTOBOXHMUYECKUX YPOBHSAX B OJimKaiiimeM OyLyIieM HepeabHBbI.

[TockonbKy moJTHAS ONTUMU3AINE NeOMETPUN TPeOyeT Ha MOPSIKA
60Jiee BLICOKUX BPEMEH PACYETa, KOIVIA PEUb 3aXOAUT O BO3SMOXKHOCTSAX TAKUX
Borancienuii mo DFT jist HeCKOIBKUX COTeH (MeHee THICSYU ATOMOB) €
npuiesioM Ha pacder dpparmentos 6eakos [13]. B sroit pabore onruMusanyst
reOMETPHH 10 IIporpaMMe Jaguar mMpoBOMIIACH JIJIS MOJIEKYJISIPHBIX CHCTEM,
comepxkamux 710 600 atomos (10 10 Thicad 6a3ucHbIX DYHKIWIA).

Pacuersl, nipoBeieHHbIe Ha n3BecTHOl Texacckoii cynepdBM Stampede
Ha 6asze cBazanHbIX Infiniband FDR-mexkcoemuuernem 1By XIIpomiecCOpHbIX
y370B ¢ BocbMugnepusivu Intel Xeon E5-2680/2,7 I'T' ¢ ucnosb3oBannem
rubpuHoro pacnapasuienusanus OpenMP + MPI, na 256 siqpax Tpebyror
OKOJIO 76 MUHYT, IIPU 9TOM JIOCTUTAETCsI YyCKOpPeHWe puMepHo B 114
pa3. Ha pucynke 1 npezcraBieHa 3aBUCHUMOCTh BPEMEHH PaCUeTa OT
YHUCJIa UCIIOJIB3YEMbBIX IIPOIECCOPHBIX sIJIEP, MIOKA3bIBAOIIAsI CYIIECTBEHHOE
cumkenne 3pGEKTUBHOCTH PACHapaJIIeTMBAHIS HA OOJIBIIEM UX IUCJIE.

B HeEKOTOPBIX cUTyaIusiX BO3MOXKHO IIPOBEJIEHIE KBAHTOBOXUMUYECKOTO
pacdera He OOJIBIION MOJIEKYJIBI IEJTMKOM, 8 TOJBKO €€ PEATbHO aKTYAJbHOTO
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PucyvHOK 1. 3aBucuMOCTh BpeMEHHU pacydeTa OT UUC/a
HCIIOJIB30BaHHBIX IIPOLECCOPHBIX siep [13]

J7IsT mccyienoBanus pparmenta. MadopMmarius mpo Mo 100HbIE TTOAX0IbI,
B TOM YHUCJIE JIJIsl AKTYAJIbHBIX JOKUHI-KOMILIEKCOB cojiepkuTcs B [14].
N3BecTHOI KBAaHTOBOXUMHUYECKON peasin3aliieii TaKoro MOJIX0/1a SIBJISeTCS
MeToj, (PparMeHTHBIX MOJIEKYJIsIpHBIX opbuTtajeit FMO.

Takue pacueTsl BBIIIOJHSAKTCA U Ha CyllepKOMIIbIOTepax. Hanpumep,
B pacuere [15] mHa cynepdBM JIOMOHOCOB-2 UCIOIB30BAJICS BAPUAHT
FMO-TDDFT. Onnako Mbl Takoe HAIIPABJIEHUE B CTATHE HE PACCMATPUBAEM.

HexkoTopble KBAHTOBOXMMHUYIECKHE ITPOIPAMMHBIE KOMILJIEKCHI CIIEIH-
aJIbHO OPUEHTUPYIOTCsT Ha (M @MEKTUBHBIE PACUETHI OOJIBIITUX MOJIEKYJT
Ha cylnepkomiborepax, Hanpumep, NTChem a1 BO3MOXKHOCTb CYUTATH
o DFT mosexynbt ¢ corasimu aromos [16] Ha simorckoM K-koMmmbroTepe,
nepBeIM B Mupe jocruriieM npoussoguresbHoctu 10 PFLOPS. Ensa sm ne
CaMBIMU BOCTPEOOBAHHBIMU CETOMHSI SIBJSIOTCS PACIETHI OTPOMHBIX OPraHU-
YECKUX MOJIEKYJI, TOKUHI-KOMILJIEKCOB 6eJIKOB (IIPOTEUHOB, COIEPKAIINX
06braHO Gouibiiie 1000 aToMOB, HO ObIBAET HEMAJIO U TUTAHTCKUX OEJIKOB,
cogepzkanux nopsaka 100 Teicsad u Gosiee ATOMOB) C JIMTAHIAME, ITO
aKTyaJbHO, B 9aCTHOCTH, /IS 337189 KOHCTPYUPOBAHUS JIEKAPCTB.

IIpu sTOM B KaXKJIOM HMCCJIE€IOBAHUN HEOOXOIUMBI PACUETHI THICSIT
JIOKUHT-KOMILIEKCOB. Jlaxke ceituac Ha poHE aKTUBHOI'O PAa3BUTUs OBICTPHIX
HOJIySMIIMPUIECKUX MeTobl KBaHTOBO# xumun u DFT 11t Takux 60J1bInmx
MOJIEKYJT HEKOTODBIE aBTOPHI CINTAIOT KBAHTOBOXUMHUYECKHE PACUETH TAKUX
MOJIEKYJISIPHBIX CTPYKTYD IIEJTMKOM HEBBLIIOJHUMBIMA B T€YEHUE PAa3yMHOTO
Bpemenu [14].

Hamu mpeijiozkeHbl HOBBIE AIlIPOKCUMAIIMOHHBIE YCOBEPIIIEHCTBOBAHISI
METOJIOB KBAHTOBO# XMMUU U Pa3pabOTaHbl COOTBETCTBYOIIIE TIPOIPAMMHBIE
cpezicTBa Ha Fortran-95, Koropble OpHeHTHPOBAHBI UCKIIOUYUTENIHHO HA OYEHb
0O0JIbIIIE MOJIEKYJIBI, TJIABHBIM 00PA30M MAaCCOBBIE PACYETHI AKTYAJILHBIX
JIOKUHT-KOMIIJIEKCOB.
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1. KapaunanbHoe yckopeHue pacuyerta unterpanos ot AO ans
HE3MNUPUYECKNX PacHeToB BONbLUNX MOSIEeKYN

O/ivH U3 COBPEMEHHBIX CIIOCOOOB YCKOPEHUSsI pacueTa KyJIOHOBCKUX
JIBYX3JIEKTPOHHBIX UHTEIPAJIOB OOJIBIIUX MOJIEKY/Iax (OfHA U3 JIMMU-
TUPYIONUX CTAU) OCHOBAH HA ANMIPOKCUMAIINU TPOM3BEJIEHUsI TIap
6asucHbix GyHKIuit AO 0T KOOpAUHAT OIHOIO 3JIEKTPOHA B BUJE JIMHEITHOM
KOMOWHAITUU TayCCOBBIX (DYHKIUM, HA3BIBAEMBIX BCIIOMOTATEILHBIMUI
dyukuusamu wioruocru (coxparménno BOIT)

(4) $:(71) 5 (17) = fulr1) & g (i) = Y Bpxp(1),

rye ¢ — 6asucHoie (aToMuble) dyukimn (opouramn, AO) OTHeabHBIX
aToMoB, a Xp — B®IL s AByX3/IeKTPOHHLIX MHTEIPAJIOB UCIOIb3YIOTCH
YKODOYEHHbIE O0O3HAYUEHUS:

(5) (Falfon) = // ¢i(ﬁ)¢j(ﬁ)¢k(@)¢l(@)dvldVQ

T12

[Tpu sTom pazmmanasix BOII mist xoporeii TOYHOCTH ANPOKCUMAIINE HAJIO
6parh IPUMEPHO B ABa pa3a Gouibiie, veM AQ, 9T0 BO MHOIO pa3 MEHbIIe
KBaJIpaTa dncia npoussejgenunii map AO.

JIJIs1 TIOBBINIEHUsT TOYHOCTH HUCIIOJIB3YETCsl TIPUEM CBEJIEHHST BCEX
9eTBIpexTeHTpoBLIX uHTerpasios o AO (Tpebyer O(N*) Boraumcienmii)
K TPeXTeHTPoBBIM mHTerpataM oT map AQ, xoropbix O(N?) ¢ TouHOCTHIO
JIO MAJIBIX BTOPOT'O TOPSIJIKA 10 OTKJIOHEHUIO f OT g:

(fulfm) = (gn + (fn = gn)lgm + (fm — gm)) =
= (gnlgm) + (fo = gnlgm) + (Gn|fm — Gm) + (fn — gGnlfm — gm) =
~ (fn|gm) + (9n|fm) - (gn|gm)

Bmecs gy, — smuueiinas kombunanus BOII x,, a (fn|gm) — TpexumeHTpOBEIE
HHTEIPAJIBL.

Jlist ycKopeHusi pacdera JIBYX3JIeKTPOHHBIX TPEXIIEHTPOBBIX KYJIO-
HOBCKUX UHTErPasioB (fy|gm), KOTOpbIE 3aMeJISIIOT pacyeThl GOJIbIIIX
MOJIEKYJI, MBI IIPEJJIaraeM CJIeIyIOIee:

« Kaxkmas pyHKIms y s UCXOTHOTO 0a31ca ¢ BHICOKON TOYHOCTHIO
AIIIPOKCUMUPYETCs KOMOMHAIME! HAIMMX YHUBEPCAJIBHBIX 6A30BBIX
rayccoBbix opburtasieit (BI'O) depes anmmpoKCHMAIUO KasKI0H
BXOIAINEI B Y TayCCOBOI 3KCIIOHEHTOM depe3 KOMOMHAIIAIO YeTBIPEX
BI'O ¢ nokazaTessiMu 9KCIIOHEHT, OJIM3KHAX K II0OKA3aTeNI0 IayCcoBOi
3KCIIOHEHTHI M3 allIPOKCAMUpPYyeMOi hyHKInT
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4
(6) efbr2 ~ ZC efar,,TZ
~ n .
n=1

« Tlokazaresnn skcrionernT BI'O obpasyror crernuaabHO 110100PAHHY IO
TeOMETPUIECKYTO0 IPOTPECCHIO, MOCTATOUHYIO MJIs XOPOIIIEH ammpoKC-
Maruu Bcex akTyaJbHbIX BOII y. /ljis mOBBIIEHNST TOYHOCTH ITOM
anmpokcuMaIuu zeobxoauM Habop mokasareseil skcnonent BI'O,
OIU3KUX JAPYT K JPYry, HO IIPU 9TOM CTaHIapTHas 64-paspsiaHast
TOYHOCTH CTAHOBUTCS HEIOCTATOYHON, UTO HA MOPSIKH MOBBIIIAET
[OI'PEITHOCTH OKPYTJIeHUsi. MBI peooJie/in 9T0 UCII0JIb30BaHUEM
BMecTo oTesibHbIXx BI'O HAGOpOB nx JIMHENHBIX KOMOWHAIMN ¢ KO-
dburmentamn 13 marpumst S~ /2,) e S Gm3Kas K BHIPOK IEHHOCTH
Marpunia 4 X 4 uaTerpasioB nepekpeiBanus Mexkiy bI'O ¢ pasabivu,
HO OJIM3KUMU IIOKA3ATEISIMEI IKCIIOHEHT.

Bce 310 ucnonb3yercs myist mocsienyomero ObICTPOro BEIYUCAEHUS
BCEX WHTErpaJjioB B Bujie ciuiaiiHoB or R. HTerpasib! jiist JIIOOBIX
pa3Ho00pa3HbIX 06A3MCOB OBICTPO PACCUUTHIBAIOTCSA B BUJE JIMHEHHBIIH
KOMOWHAINY 3apaHee 3aTaOyJINPOBAHHBIX CIJIAHOB OoT R st
nHTerpasos ot yuauBepcasbubix BI'O u3 nameit cozgasaemoit BII.

IIpu pacuere TPeXIEHTPOBBIX WHTETPAJIOB JIBYXIIEHTPOBOE IIPOU3BE/IE-
Hue 6a3UCHBIX (PYHKIUH alMIPpOKCUMUAPYyeTCcsa Oojiee TOYHO Be3Je,
B TOM YHCJIe MEXK/Iy cOoTBeTcTByIomumMmu rearpamu ¢. K BOII
Ha JBYX IIEHTpax J100aBiseTcs ere HeobxoanMblit MuaumMyM BOII,
MEeHTPUPOBAHHBIX MEXKJLy TUMHU IieHTpamu. Bece 910 mo3BosisieT
C BBICOKOI TOYHOCTBIO CBECTH BCE TPEXIIEHTPOBbIE WHTErpaJbl (1
HeoOXOUMbIe s Pacuera BKIAJ0B B F' ux juHeiinble KOMOUHAIUY)
K JIMHEHHBIM KOMOMHAIIUSIM HOBBIX JIBYXIIEHTPOBBIX MHTEIPAJIOB OT
Bcex BOII, ObICTPO BBIYUC/ISAEMBIX I JIIOOBIX UCXO/IHBIX 0A31MCOB
B Bujle ciiaiinoB ot R.

[IpoBenennas HAMU CHCTEMaTHYIECKasl CILIAMH-AMTPOKCUMAITNS WHTETPAJIOB
[ePEKPHIBAHUS Y KHHETUIECKOI SHEPTUU B 3aBUCUMOCTH OT MEXK'bSIIEPHOIO
paccrostaua 411 Beex map BI'O ¢ oToOpaHHBIMI HAME /TSI aIlIPOKCAMAITAI
TTOKA3ATEISIMI YKCIIOHEHT TOKA3a,1a, BIIOJIHE TOCTATOYHBIN YPOBEHb TOTHOCTH
pacdeTa: TOYHOCTH uHTerpasios mnopska or 10710 10 1078 (wame Bcero
nopsiaka 1072, u sunms pesko J0XomuT 1o 4 - 10_8). DTOro JI0CTATOUIHO
JI7IsT BITOJTHE TIPHUEMJIEMO TOTHOCTU KBAHTOBOXUMHYECKUX PACICTOB PH
ATMPOKCUMAITNN UHTErPAJIOB MIEPEKPHIBAHNSA W KUHETUIECKON IHEPTUN OT
Becex mmap AQO i MIPOKO PACIPOCTPAHEHHBIX PACIINPEHHBIX 0a3UCOB
6-31G* m 6-31++G** g Bcex aToMOB 1-3 IEpHOIOB, OOPA3YIOIIX
KOBAJICHTHBIE CBSI3M.
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Anpobanust TpoBe/IeHa HA pacdeTe MOPsIKa MUJJTHOHA HHTEPAJIOB
HEePEKPLIBAHUS U KUHETHYECKON dHeprun (UCK/II0uas IpeHebpeskuMo MaJible,
49T0 OBICTPO OIEHUBAETCH €IIe JI0 ITOI0 PACUeTa) JIJIs MOJIEKYJIbI GesIKa
IMMUNOPHILIN FKBP-12 u3 1663 aromos.

Pacuer Bcex mHTErpasioB IepeKphIBaHUS U KUHETUIECKON SHEPIUN
6enka FKBP-12 B 6azuce 6-31G* yckopen Gosee yem B 20 pas. Ceitqac nHamu
paspabaTbiBaeTcst 60siee CIOXKHAS AIITPOKCUMAIIHS JJIsI CBEPXOBICTPOTO
BBIYUCJICHUS BKJIAJIA KYJIOHOBCKUX TPEX- U UETHIPEXIIEHTPOBBIX MHTEIPAJIOB
B dboknan F— oiHy U3 JIUMUTHPYIONIMX CTAIUH HESIMIUPUIECKUX (B TOM
quciae DFT) pacyeTroB ruranTcKux MosIeKyJl. MeToj| OTKPBIBAET HOBBIE
[IEPCIIEKTUBBI YCKOPEHUsI BBIYUCJICHUI JIPDYTUX TUIIOB MOJIEKYJISIPHBIX
HHTErPajoOB B IMPOM3BOJILHBIX IIEHTPUPOBAHHBIX HA aTOMaX Oa3mcax.

2. METOAVIKa YCKOpPEHUA MacCOBbiX pacHeToB O0KUHI-KOMN1EKCOB
n ee nonyamnupuyeckas peanusauus

Ha pucynke 2 npuBeneno m3obpazkenune Bcex npubausutesbao 1700
aTOMOB PAaCCYATAHHOIO HAMHU OTHOCUTEILHO HEOOJIBIIOr0O OejIKa — KOM-
IJIEKCA, IeJIOBEYECKOTO UMMYHOTJIOOYJIMHA C UMMYHHBIM CYIIPECCOPOM

IMMUNOPHILIN FKBP-12 u3 Protein Data Bank [17].

~ 14000 aTomMHBIX OpOUTAJIEIL,

~ 30000 BcriomoraTeIbHBIX (DYHK-
III# IIJIOTHOCTY,

~ 2 x 10™ mempeHe6GPEKUMBIX
4-TIEHTPOBBIX MHTEI'PAJIOB,

~ 2 x 10" menpene6pe;KIMbIX
3-TIeHTPOBBIX NHTETPAJIOB.

PucyHok 2. Tunuusblit OTHOCHTETBHO HEOOJIBINON TPOTENH
(~ 1700 aTomos)

Beimre yxxe ormedeno, 4To MHOrme IApyrue OejIKu eIrne KpyITHee.
Ho nmazxe sTor 0GesioK 3HAYUTEBHO KPYyITHEe OOJIBITNHCTBA OOBITHBIX
OPraHUYIeCcKnX MOJIEeKYJI. JlJIst HATJISIIHOCTH MBI IPUBEJIM HA PUCYHKE
OPUEHTUPOBOYHOE UHCJIO BBIMEYKA3AHHBIX JIBYXIJIEKTPOHHBIX KYJIOHOBCKUAX
WHTErPAJIOB JIJIs UCIIOJb30BAHHOIO HAMU U OY€Hb 9aCTO IMPUMEHSIEMOrO
B DFT 6asnca 6-31G*. [Iygs MEHOTEX ApyTrHX GEJKOB 9HCIO WHTETPAJIOB
Ha 1opsaKy GoJibine. [losToMy s1si BeCbMa aKTyaJIbHBIX MAaCCOBBIX (OT
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ThICAY U 00Jiee) PACUETOB JOKUHI-KOMIIEKCOB GeJIOK-JIUran i (THIIMYHbIE
smrasbl cojepxkar oT 30 ;10 60 aToMOB, pacroJiaraiIuecs:, KaK IpaBuo,
B 10J10cTH 6€eJIKa) KpaifHe aKTyaslbHO [IPUMEHEHHE CIeNUAIBHBIX YCKOPEHHBIX
METOJMK B BBIIOJHSIEMBIX HA KOMIIBIOTEPHBIX CUCTEMAaX (B IIEPBYIO OYepeb
cynepdBM) KBaHTOBOXMMHUYECKUX TPOIPAMMHBIX KOMILIEKCAX.

Mpr paspaboTasm HOBBI METOJ, I KAPAUHAJIBHOTO YCKOPEHUS TAKUX
MACCOBBIX KBAHTOBOXUMUIECKUX PACUETOB C YIETOM BCEX KBAHTOBBIX 3(-
bekToB Beero mokmar-komiiekca. OH OCHOBAH Ha CO3JAHHOM HaMM GA30BOM
METOJIE JIJIS1 YCKOPEHHsT MACCOBBIX MOJTyIMIMPAIECKAX KBAHTOBOXUMUIECKIX
PaCYeToB JOKUHI-KOMILIEKCOB (THICAY KOMILIEKCOB U3 THICAY aTOMOB).
C uncnosp3oBanneM reomerpun JoKuHr-Komiutekcos n3 BJ1 PDBbind [18]
BpeMsl pacYeToB 110 CPABHEHUIO OOLIMHBIMU pacdeTaMu CO CTaHIaPTHOI
JIMaroHaJM3anueil MaTpuUIl COKPaTUIOCh, KaK Ipasuiio oonee yeMm B 300 pas
[19,20].

Dror Hai 6a30BbIi METOJ| YCKOPEHHBIX PACYETOB JOKUHI-KOMILIEKCOB
OCHOBAH Ha BBIJCJICHUN aKTUBHOM 9aCTH aTOMOB Ge/Ka, OIMBKAX K KarKIOMY
aTOMy KayKJIOTO JIATAH/IA, & COOTBETCTBYIONMAA 9aCTh 3JEKTPOHHOI BOJIHOBOI
byHKIMY M MATPUIBT IOTHOCTH PACCUUTHIBAETCSA KAK €IMHOE MEJI0e BMECTE
C BOJTHOBOI (pyHKIMEH JUranoB. Pacaer mpoBOANTCS TIOCTIE OJHOKPATHOTO
KBAHTOBOXMMHIYIECKOIO pacyera Oeska.

Bxiiagpl ocranbHOl (3aMOpOXkKeHHOi, «frozen» Ha pucynke 3) dactu
Gesika (0T ero OCTAJBLHBIX ATOMOB) SIBHO YYMTBIBAIOTCA B BUJIE (DUKCUPOBAH-
HOro BKJIaJa B hokuad F. DT0 1aeT MOoHbIA KBAHTOBOMEXAHUIECKUH
pacueT npu gBHOM ydere ToJabKO AO akTUBHOI YacTu GeKa M JIMrania,
YTO CHJIBHO YCKOPSIET PACYUET 3a CYET CHJILHOTO yMeHbIneHnst N.

F :Factive+Ffrozen

PucyHoK 3. Pasbuemnne Bcex JUraHI0B HA TPYIIILI

Takoii ynpoImeHHbIil TOIX0, KaK OBLIO TIOKa3aHo Hamu B [19], He maer
CKOJTb-JTHO0 CYIIECTBEHHON OMMOKYM B TOYHOCTH PACUETa SHEPIUU B3AUMO-
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neficreus AFE nuranga ¢ 6ekoM (YUCJIeHHAs WTIOCTPAIKs [IPUBE/ICHA
uuke). OTMETHM, YTO B YaCTO MCIOJIB3YEMOM CUJIBHO YIPOIIEHHOM [OJIXOJIE
merona QM /MM BiusiHue mouTH BCEX JlaKe HEMHOI'O YIAJEHHBIX OT
JINTaH I3 aTOMOB OeJIKa yIMTBIBAETCS BCEro JIUIIb IIPOCTOM MOJIEKYJISIPHO
MEXaHUKOMH, ITO MOXKET JaBaTh OOJIBIIYIO OIMHOKY B AFE.

ITo cpaBHeHuto ¢ 3GdHEKTUBHBIM JHHEHHO MacIITabupyeMbIM (3aMeHsl-
oIuM guaronanausanuio Marpun) merogoM CG-DMS spemsa pacuera
YMeHbII0Ch 0T 5 70 30 pa3, 1Mo CPABHEHUIO C JAPYTUM JHHEHHO MaciTabu-
pyembim MeTooM DivCon— ot 18 10 120; BemrpsIit B ObICTPOAEHCTBAN
YBEJIMYUBAETCS C POCTOM pa3Mepa OeJika.

[Ipu srom ormdne Hamux paccauTaHubix AFE 0T pe3ysbraToB CTaH-
JIAPTHOTO pacyeTa BCEro JOKMHI-KOMILJIEKCA C JUarOHAIU3AINel TOIHOM
Marpuiel F cocrasisier auib okoso 0,4 kkas/Momb (koaddumnment
JHeiinoit koppessinun pasen 0,997), T.e. Bce paccuurannbie 3uadeHus AF
BechbMa, OJIM3KM K Pe3yJibTaTaM CTAHIAPTHON TUATOHAIU3AINN TTOJIHOTO
doxmama.

B sToM Harmem 6a30BOM BBIIIEONMCAHHOM METOJI€ AKTUBHAS IaCThb
dopMupoBasack Kak yHUBepcasbHas (eiuHasi) JJisl BCeX PasHOOOPa3HbIX
JIMTAHJIOB U3 IIOJIHOIO Habopa, COJIEPKAIIEro TUIIMYHO Oojiee ThICAYn
JIMraH10B. 3-3a 9TOr0 [JIst JIUraH 0B, 6JIM3KUX K aTOMaM U3, HallpUMED,
«JIEBOW» YACTH IOJIOCTH 0€3 HYKJIbl YUUTHIBAJICS BKJIAJ MHOTUX aTOMOB
U3 APYruX 9YacTeil MOoJoCTH OeIKa, yAAJeHHBIX OT JAHHOTO JUraHaa, T.e. N
OBLIO 3aBBIIIIEHHBIM.

WuauBuyaibHOe BblIe/IeHHe aKTUBHON (M COOTBETCTBEHHO 3aMOPOKEH-
HOI1) "acTu Gesika Jyisl KazKIOro JIMPAH/Ia IPUBOAUIIO Obl K UPE3MEPHOMY
POCTY Pacxo/ia BPEMEHH pPacyueTa Ha CTAUH PacyueTa BKJIa/a 3aMOPOXKEHHOI
qactu 6eska B F'. IloaToOMy MBI yCOBEpIIEHCTBOBAIA STOT 6A30BBIM METO/
pasbueHnem Bcero Habopa JIMIaHIOB Ha TPYMIBL Juraunos [21], rue
KayKJasi TPYIIIIa JINTAHJIOB U COOTBETCTBYIONIAs eif aKTUBHAS JaCTh DeJIKa
JIOKAJIN30BAHBI B CBOEH OTIEIHHON YaCTHU MOJOCTH DEJIKA, IYTO YMEHbBIIAET
pa3zmMep HeoOXOTUMOI ero aKTUBHON TaCTH.

DTO yCKOpSET pacder, HOCKOJIbKY Y KaXKJION IPYIIIbI JIUTAHIOB Teleph
MMEeTCsT CBOSI AKTHBHASI 9aCTh OeJIKa MEHBIIEro padMepa, deM ObLaa obIast
JUIT BCEX JINTAHJIOB, YTO OTOOPA’KEHO Ha PUCYHKE 3.

Taxk, myst BeimeyoMsanyToro Beire beka FKBP-12 nadop u3 1308
JIMTAHI0B ObLI pas3duT Ha 17 rpyIn, YTo YMEHBIINIO BPEMS Pacyera
B 2,4 pa3a na oxuom npoueccope AMD Athlon XP 3000+ /2,2 T'T'i xo
HeMHOTrO 6ostee cyTok. [Ipu 5TOM CcpemHeKBapaTUIHOE OT/IMYNE SHEPTU
00pa3oBaHus IOKUHI-KOMILJIEKCOB OT BEJIUYUH, IIOJIYIEHHBIX 10 HAIIEMY
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6azoBoMy MeToxy 6e3 obpaszoBaHuUs TPYII, PABHAIOCH Bcero jumib 0,15
KK&J1/MOJIb, T.€. TOYHOCTH PacdeTa He yXYyJIIUIACh.

Ho mbl 1 nasiee ycosepieHcTBOBaMM (110 cpaBHeHUto ¢ [21]) Ham
JITOpPUTM 0Opa30BaHus TPYIII, 9TO YCKOPUJIO pacyer eme B 1,65 pasa o 17,5
4Jac, a CPEIHEKBAIPATUIHOE OTKJIOHEHHE SHEPIUU OT HE CIPYIIIMPOBAHHOIO
pacuera crasno 0,08 nporus 0,15 KKaj/MOJIb B IPEABLIYIIEM BADUAHTE
aJIrOpuT™Ma, T.€. pacdeT CcTaj u ObICTpee, U TOYHEE.

YKazaHHOE BpeMsl pacdeToB moaysMmiupudeckuM merogom AMI1 me
BKJIIO9aeT OIITUMU3AIUIO 'eOMeTpruun, 1 6])1.)'10 6bI 2KeJlaTeJIbHO IIpuMe-
HATH 0OJlee TOYHBINA, HO TPEOYIONINI Ha HECKOJIBKO ITOPSsIIKOB OOJIbIIe
Bpemenn pacuera Meron DFT. ITosToMmy Halll METO MACCOBBIX PACUETOB
JIOKMHT-KOMILJIEKCOB U €I'0 yCOBEPIIIEHCTBOBAHUS JaJiee Mbl ILJIAHUPYEM
IIEPEHECTH U IIPOIPAMMHO PEeaJIn30BaTh JJIs PACYeTOB 60Jiee TOYHBIM
metogoM DFT. Tam pecypcoeMKuit pacdyeT BKJIAJA JIBYXIJIEKTPOHBIX
KYJIOHOBCKUX MHTErPaJIOB IPEIIOIaraeTcs CUJIbHO YCKOPUTh HA OCHOBE
HAIlell OIUCAHHOIO B IIPEIbIIYINEM pa3jelie CTAThbU alllPOKCUMAIHOHHOIO
MeTOo/1a.

Kpowme Toro, miist pacueros JecATKOB 1 60Jiee THICSY JOKHHI-KOMIIJIEKCOB
JINMUTHUPYIOIIee 00Iee BpeMs pacyeToB OYIeT JIMHEHHO IPOIOPINOHAIb-
HO YHCJIy JOKWHI-KOMILJIEKCOB. IlodToMy mporpamMMubIE pean3aiuu
HAIUX BBINIEYKA3aHHBIX YCKOPEHHBIX METO/IOB MAaCCOBBIX PACUETOB J0-
KUHI-KOMILIEKCOB TI03BOJIAIOT €CTECTBEHHO UCI0/b30BaTh GRID-cucrembr
C TpUMeHEeHUEeM TAaKeTHOW 0OpabOTKU 33/ TaHuil.

[Tpoekt PODU 18-07-00657 cozmaer takyio GRID-cucremy, Briouao-
Iy YIO BBIYUCUTEbHBIE PECYyPChI HEOOJIBIIIOrO T€TEPOTEHHOIO KJIACTePa
B IOX PAH u gacro (B ToM umciie n camoii Nvidia) orHocuMoro K cymep-
komubioTepaM cepsepa DGX-1 ¢ 8 GPU V100 (¢ nukosoit DP-tipoussomu-
resibHOCTBIO 7,8 Tepadorc kaxKpiit) u kiaacrepa B Apl'y.

Kinacrepsr 6azupyiorcs na CentOS 7, a GRID-cpena passuBaercs
na nozgepxkuBaembix EGI mporpamvubix cpejcrBax perozuropus UMD 4.
GRID-cepsep B MOX PAH 6asupyercss Ha IpOMEXKYTOYHOM TPOIPAMMHOM
obecrieuenun ARC 15.3.19 uz UMD-4.8.2, koTopoe MojAepKUBaeT BCe
ocHoBHBIE s13bIKU onucanus 3agad B GRID-cucremax. Cayx6a ARC
Resource-coupled EXecution service (A-REX) obecnieuusaer unrepdeiic
C JIOKAJIbHBIMI CHCTEMAaMH MTAKETHON 00pabOTKM, B KAUECTBE KOTOPBIX Y HAC
npumensierca Torque 4.2.10. /st obecriedeHnst ONITUMAJIBHON PAOOTHI
¢ GostbIinMu HAOOPaMu TAHHBIX UCIIOJIB3YIOTCS ITPOTPAMMHbBIE CPEICTBA
dCache 3.2.21 uz UMD-4.7.0. Janubie pe3ysibTaTOB KBAHTOBOXUMIIECKIX
pacueroB xpaugarcsa B popmare CML Bepcuu 3 [22].
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PacnapasiesmBanne mporpaMMHBIX KOMILIEKCOB, DEATHU3YIOMINX HAIITH
METOMIeCcKre pa3pabOTKHU, OIMCAHHBIE BBIIE, OCYIIECTBIISETCS C IPIMEHe-
auem OpenMP, aro mo3Bosser He TOMBbKO 3 hEKTUBHEE UCTIOIB30BATD
amnmapaTHble cpejcTBa rereporennoro Kjiacrepa B IOX PAH, wo u 3a-
neiicrBoBaTh B Oyaymem Bce GPU V100 uz DGX-1 B Apl'Y, mockosbky
nocsieanit crangapt OpenMP 5.0 mo3BosiUT 09eHb CYIECTBEHHO YTy dIuTh
JIOCTATAEMYIO ITPOU3BOAUTEIHHOCTh, B TOM 9uCJIE 33 cdeT 3dheKTuBHOM
nojiepkku paborel ¢ nepapxueit namaru B GPU, a peaspuble peasmzaryn
OpenMP B koMmImISITOpPaxX JAOT BO3MOYKHOCTH IIPUMEHEHUs] HECKOJIBKIX
YCKOpUTEJIEH Ha cepBepe.

3aknio4veHne

» Jlar kpaTKuil 0630p COBPEMEHHBIX METOJOB KBAHTOBOW XMMUU
C OpHeHTAIell UX TPUMEHEHHUsT JIJIs PACIETOB OOJIBINIX U TUTAHTCKUX
(u3 TBICTY aromoB) MoJiekysl. [TokazaHo, 4TO I aKTyaJbHBIX
MACCOBBIX PACYETOB JIOKMHT-KOMIUIEKCOB IIPUMEHEHNe JlaxKe Hanboee
OBICTPBIX TTOTyaMIIpudeckux MeTonoB u DFT Tpebyer e TOIbKO
npuMenenust cynepdBM, HO u pazpaboTKU U IPOrPAMMHOI peasi3a-
[IUH [TOTOJTHUTEIHHBIX BEIYUCIUTEIHHBIX METOIOB JIJIst KAPIAUHAIBHOTO
YCKODEHUST PacIeToB.

[TpeytoXken 1 TPOrpaMMHO PEATIM30BAaH HOBBIN alPOKCHMAIIMOHHBIH
METO/L, JIJIsl CYTIECTBEHHOTO YCKOPEHUST PACIETOB, JIMMATHPYIOIITUX
BpEMsI BBIYHMCJIEHIST HEAMIUPUICCKUME METOJIAME JIBYX3JIEKTPOHHBIX
uHTerpaiios. Ero adpdekTuBHOCTD TPOAEMOHCTPUPOBAHA HA IIPUMEDPE
JIBYXIIEHTPOBBIX MHTEIPAJIOB, HO OHA IIAHUPYETCS K PeaIn3aIuu [IJIs
pacdeToB TPeX- U YETHIPEXIIEHTPOBBIX HHTEIPAJIOB.

[Ipemsoxker u TPOrpaMMHO PEATN30BAH CIIEIINAIBHBI METO It
YCKOPEHUsI MAaCCOBBIX KBAHTOBOXUMHUYIECKUX PACIETOB JOKUHI-KOM-
[LUIEKCOB JIMTAHJIOB ¢ DEJIKOM Ha OCHOBE 00PA30BAHUS CHEIMAIbHBIX
JIOKAJIBHBIX TPYIII JTUTAHI0B. TaKoi MOIX0/T MOXKET TPUMEHSTHCS
B TIOJIySMIUPUIECKUX U HeIMIUpHIecKux Meronax. OH peaqn3oBaH u
MOKAa3aJI CBOIO 3(POEKTUBHOCTD B YCKOPEHUH TOJTYIMITUPUIECKIX
pacdeToB, KOTOpbIe B Oosiee OIM3KOM OyIyIeM MOTYT CTATh IMIMPOKO
npumensiembiMu Ha cynepdBM u B GRID-cucremax mjist mpoBeneHust
TaKUX PacueroB.

B aTux nessx #Ha Beraucanreabubix pecypcax TOX PAH u fp-
'V cozmaercas GRID-cucrema Ha OCHOBE CTaBITEr0 COBPEMEHHBIM
esporeiickum EGI-cranmaprom permosuropuss UMD-4.
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ABsTRrACT. Calculations of the electronic structure of molecules by quantum
chemical methods long ago are performed using supercomputers. Today they are
conducted on the leader of the TOP500 supercomputer list and will be realized on
the first exaflops supercomputer in the USA.

A brief review of modern quantum chemistry methods and their supercom-
puter application for calculations of primarily large molecules shows the need
for accelerated approximation techniques to realize the possibilities of such
computations. The need is especially urgent for massive calculations of such giant
biomolecules as protein-ligand docking complexes. For this, we have proposed
and implemented software that gives excellent acceleration at an acceptable
accuracy of approximation calculations for calculating the molecular integrals
of non-empirical methods of quantum chemistry. For massive calculations of
docking complexes using semiempirical methods, we propose and implement a
new technique in software. It uses some localizations of ligand-protein interactions
due to the formation of groups from a full set of ligands.

This method allows us to achieve acceleration by orders of magnitude and
also intended for use in future non-empirical calculations. The proposed methods
and programs for the necessary massive calculations of docking complexes
naturally fit into a batch job processing system and can be used in a GRID
environment. Such a GRID system arises on the computing resources of the
Yaroslavl State University and the Institute of Organic Chemistry of the Russian
Academy of Sciences on the base of EGI standardized UMD 4 software.
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