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AHAJIN3 KAUECTBA PACYETA CTAHJIAPTHBIX DHTAJBIWNA HEKOTOPHIX PEAKIIAA
P NMOMOII IMMPOI'PAMMHOI'O ITAKETA TERACHEM
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B pabome npogedeno cpagrenue kauvecmsa pacuéma CmanoapmHblx SHMAIbNUL PeaKyull npu NOMOWU NPo2PAMMHOSO
naxema TeraChem c¢ panee nonyueHHbIMU pACYEMHBIMU OAHHBIMU C UCNONB308AHUEM KIACCUYECKUX NPOSPAMMHbIX Nd-
Kemos. B kauecmee npumepa evibpanvl peakyuu paoukaibHo20 pacnadd HeKOMOPbIX HUMPOCOCOUHEHUN U PeaKyus
Jlunvca-Anvoepa yuxnonpucoedunenus CsHe k gpynneperny Ceo.

Key words: thermochemistry, quantum chemistry, GPU, CUDA, TeraChem.

In the present work the quality of standard enthalpy calculations using TeraChem program package was compared with
previous data obtained with classic program packages. The reaction of radical dissociation of some nitrocompounds
and the Diels-Alder reaction of Ceo fullerene with CsHe were used as examples.

BBeneHune

CoBpeMeHHbIE METOABI KBAHTOBOH XHMHHU MO3BOJISIOT
pelIaTh CIOKHBIE XUMUYECKHE 3a/1a9l U3 CAMBIX Pa3HBIX
obnacreit xumuu [1-8]. ITpn 3TOM 9acTo BO3MOXKHO IIO-
JMy4eHHEe He TOJIbKO KAa4eCTBEHHBIX, HO M KOJIMYECTBEH-
HBIX Pe3yNbTaTOB, CONOCTABHMBEIX C BBICOKOTOYHBIMH
AKCIEPUMEHTANBHEIMA TaHHBIME [9-12]. Opmnako, 060-
POTHOH CTOPOHOM CTOJIb BBHICOKOM TOYHOCTH WJIM BBICO-
KOH CIIO)KHOCTH HCCIIEIYEMBIX CHCTEM SBISETCS PE3KO
BO3PACTAIOMIAs CII0)KHOCTh KBAHTOBO-XUMHUYECKUX pacué-
ToB. I TOoro, 4ToOBl MONyYaTh Pe3yJIbTATHI 3a MPHEM-
JIEMOC BpeMs, MPEABABIIAIOTCA TOBBIICHHBIC Tpe60BaHI/lﬂ
K KOMIIBIOTEPHOMY OOOpYIOBaHHIO MJS IPOBEICHUS
KBaHTOBO-XUMHUYCCKUX PACUETOB.

JIiss yMCHBIICHUST BPEMEHU MPOBEICHUS CIIOXK-
HBIX PAacu€TOB HCIOJB3YeTCs IBa IMOAXOAA: 3TO COBEp-
IIICHCTBOBAHHWE aNIlapaTHOW YaCTH U COBEPIICHCTBOBAHHE
porpaMMHOTO obecneueHus. B pamMkax mepBoro momxo-
Jla YBEIMYUBACTCA MOIIHOCTh KOMITBIOTEPOB 3a CUET HC-
MOJIF30BaHMSA 00JIee COBPEMEHHBIX IPOIECCOPOB, YBEIH-
YUBAIOTCA OOBEMBI OTEPATUBHOW M JWCKOBOW IMaMSTH,
HCHOJIB3YIOTCA MHOI'OAAC€pHLIE W MHOTOIIPOLECCOPHLIC
CUCTEMBI, KOMIIbIOTCPHI O6"be£lI/IH$[IOTCH B BBICOKOITPOU3-
BOAUTENBHBIE KJIacTepbl. Bc€ aTo TpebyeT u coBepIeHcT-
BOBaHUs POrPaMMHOTO OOecredyeHHs, KOTOPOE IOJDKHO
YMETh 3aJICiiCTBOBATh BCE MONyYCHHEIC alllapaTHBIC BO3-
MokHOCTH. [IpH 3TOM HeMaloOBaXHBEIM (PaKTOpOM CTaHO-
BUTCSl CTOMMOCTH aIlapaTHOTO O0ECIedeHUs] W HU3KHE
BO3MOKHOCTH €TI0 MOACPHH3AIINH.

OmHOll W3 ammapaTHBIX TEXHOJOTHH, IT03BO-
JSIOMHAX CYIIECTBEHHO YCKOPHTH CJIOXKHBIE PpacuéTHl,
siBisieTcss  wcnonb3oBanne GPU  COBpeMEHHBIX BHIIEO-
amanTepoB. B HacTosmiee Bpems CyIIeCTBYeT JBE KOHKY-
PUpYIOIKME MPOrpaMMHO-aMNMapaTHbIe MIaT(GOPMBI, MO-
3BoJIsttoInKe ucnonb3oBath GPU g mpoBeneHus pacué-
toB: 310 CUDA [13], pa3pabarsiBaeMasi U MMOAICpKUBAC-
mast pupmoii NVidia, u OpenCL [14], xoropas pa3paba-
THIBACTCS W TOAJCPKUBACTCS HEKOMMEPUYSCKUM KOHCOP-
muymoMm Khronos Group [15]. TImardpopma OpenCL ro-
pa3zno OoJee POABHUHYTAS U IMO3BOJISIET MUCATH KOMITHIO-
TEPHBIA KOJ, KOTOPHIA C MUHUMAJIHHBIMH N3MEHEHHUSIMHU
OyZeT BBIMONHATHCS HA JIOOBIX BBIYMCIUTENBHBIX YCT-
poiictBax (CPU, GPU u FPGA) He3aBUCHUMO OT (pHUPMBI-
npousBoautens. TexHonoruss CUDA mpuBsizaHa k amma-
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patHoMy oOecneuenuto pupmbl NVidia. OnHako, B Ha-
CTOSIIMA MOMEHT JUIsi OOJBIIMHCTBA HAYYHBIX U WHXKE-
HepHbIX pacuéroB miatdgopma OpenCL He moxxomurt,
MIOCKOJIbKY HE TIOJIEP’KMBAET BBIYMCICHUSI C JIBOMHON
TOYHOCTBIO, B TO BPEMs KaK IPH CO3IAHUH IUIAT(POPMBI
CUDA kopmoparst NVidia opueHTHpOBalach B TOM
gucne u Ha ucrons3oBanne GPU s mpoBexeHus Hayd-
HBIX BbIUHCIeHH [16].

B paznene kxoMmmproTEpHOM XHMMHMM Ha caiTe
NVidia [17] mepednciier 1easiid psia MpOrpaMMHBIX aKe-
TOB BBIYUCIIMTENILHON XUMUH, MOJJIEPKUBAIOIINX TEXHO-
goruto CUDA. EAuHCTBEHHBIM KBaHTOBO-XHMMHUYECKUM
MPOrpaMMHBIM MAKETOM, H3Ha4aJIbHO OCHOBAHHBIM TOJIb-
ko Ha TexHojorun CUDA, oxaszancs TeraChem [18]
upmer PetaChem [19]. JIist OlieHKH BO3MOXKHOCTEH TIPO-
rpamMmmHOTO Taketa TeraChem W mpemMMyIIecTB HCIIONb-
3oBanms TexHonmorun CUDA ¢upma PetaChem mpemoc-
TaBJSIET BCEM JKENAIOIINM JIEMOHCTPAIIHOHHYIO BEPCHIO
MakKeTa ¢ JUICH3UeH OrpaHNYeHHOH (PyHKIIMOHAIBHOCTH,
a TaKXke IO 3ampocy MOXKET MPEeIOCTaBUTh OTPaHUYCH-
HYIO 110 BpeMEHH NOJHO(YHKIIMOHAIBHYO JTHLIEH3HIO.

Crioco0bl moBbIlIeHUs! 3(GEKTUBHOCTH KBAHTO-
BO-XHMHYECKHX pacuéToB obOcyxaanuck panee B [20,21].
B npenpinymieit pabore, MOCBSIMEHHONW NPOrpaMMHOMY
nakety TeraChem [21], Obut0 mpoBeneHO HCCIICIOBAHUE
CTENICHN YBEIMUYCHHSI TNPOM3BOAMTEIBLHOCTH IPOTPaMM-
Horo makera TeraChem c¢ wucmoms3oBanumeM GPU mo
CPaBHEHUIO C IPOTPAMMHBIMH MAKETaAMH, HCIIOIB3YIOIIH-
MU BbrauciieHus Tonbko Ha CPU. CriemyeT 3aMeTUuTh, 4To
TOJIBKO YBEJIIMYECHHE CKOPOCTH PAacYETOB HE MOXKET CIIY-
XKHUTb KPUTEPHEM IPHUTOJHOCTH IMPOrPAaMMHOTO IaKeTa
JUIS. WCTIOJIb30BaHMS Ha mpakTuke. B [21] Obuto Taroke
MTOKA3aHO, YTO CTPYKTYPHI COCIMHEHUH, ONTHMHU3HPOBAH-
HBIX B Pa3/IMUHBIX MPOTPAaMMHBIX MaKeTax Ha OJHOM H
TOM >K€ YPOBHE TE€OpHH, COBMAJAIOT C BBICOKOM TOUYHO-
cTbio. OJJHAKO TJIaBHBIM KPUTEPHEM KauecTBa pacyéTHOH
CXEMBI, pealln30BaHHOI B paMKax MPOrpaMMHOTO IaKeTa
KBaHTOBOW XWMHH, OCTAa&TCsS KadecTBO pacuéra sHepre-
TUYECKUX XapaKTepUCTHK peakuuid. I1o 3Toil npuunHe Ha
CIIeYIOMIEeM 3Talle TECTUPOBAHMS OBLIO TIPOBEIECHO CpaB-
HEHHE Ka4ecTBa OICHKH TEPMOXMMHUYECKHX MapaMeTpPOB
B nporpamMmuom nakere TeraChem c skcrepuMeHTalb-
HBIMHA [aHHBIMH W paHee BBIIOJIHEHHBIMH KBAaHTOBO-
XUMHAYECKIMH PacIETaMH.



MeToabl nccnegoBaHusA

Jns nposenenus pacuéroB ¢upma PetaChem
npeaocTaBuiIa NOJHO(PYHKINOHAIBHYIO BEPCHIO
TeraChem v1.5K (Hg Version: b133f5bd52e3+). Bce
pacyéTsl NMPOBOAWINCH HA IIEPCOHATBHOM KOMIIBIOTEPE
Intel Core 13 2120/12 I'6/ GTX660 Ti/2048Mb.

B KauecTBe TECTOBBIX ObLIM B3SITHI PEAKIIUH, XO-
POLIIO M3YyYEHHbIC paHee Ha KBAHTOBO-XUMHUYECKOM YPOB-
HE C XOPOIIMM COTJIACHEM C DKCIIEPUMEHTAIbHBIMHU JIaH-
HbIMH. KBaHTOBO-XMMHUYECKHE METOJIbI M aTOMHbIE Oa-
3UCHbIE HAOOPBI OBUTH UCIIOJIL30BAHBI TE KE, YTO U B OPH-
TMHATBHBIX pa0oTax.

Jis Bcex XMMHMYECKHX CHCTEM IPOBOJMIIACKH
MOJIHASL OMTUMM3AIUS TE€OMETPUUYECKUX TapaMeTpoB 0e3
OrpaHUYCHUI MO0 CUMMETPHHU. PajuKabl paccUUThHIBAIIMCH
B HEOTPaHUYEHHON BEPCUH KBAaHTOBO-XUMHUYECKHX METOJIOB.
ITo 3aBepmieHNM ONTHMHM3ALMK NPOBOIMICS Pacdér 4acToT
HOPMAJTbHBIX KOJIeOaHWH 10 BCTpOeHHOH mpormexype. Ot-
CYTCTBHE B CIIEKTPE OTPHUIATEIBHBIX MOJ CBHICTEILCTBO-
BAJIO O JIOCTI)KCHUU MHHUMYMa. M3 TOIy4eHHBIX TePMO-
XMMHUYECKHX JaHHBIX PACCUUTHIBAJIMCH DHTANBIHS, SH-
Tporus U cBOOoaHAsI dHEpTUs [ mOOca yacTwiI.

PesynbTatbl u obcyxaeHue

OrneHky KauecTBa pacuéra TEPMOXMMHYECKHX
rapameTpoB ObUIO PELIeHO HayaTh C MPOCTBHIX razodas-
HBIX PEaKIUil, B KAYeCTBE KOTOPHIX OBUIH BHEIOPAHBI peak-
UM PAJUKAIBHOTO pacraia HEeKOTOPBIX HUTPOCOCIHHE-
HUM. [ 3THX COEIMHEHUH ecTb Hal&KHbIE HKCIEPU-
MEHTAaJbHBIC JaHHBIE M0 TEPMOJUHAMUKE M KHHETHKE WX
paauKaIbHOTO pachaja, a TaKke OHU OBUIM JeTalbHO
HCCIIeIOBAaHBI HA KBAHTOBO-XMMHYECKOM YpOBHE B [9-12].

B pabGorax [9-12] kBaHTOBO-XUMHUYECKHE pacué-
THI TIPOBOJIUINCH C MCIIOIB30BAaHMUEM IPOTPAMMHOIO IIa-
kera cepun Gaussian [22] 1 ObIJIO YCTaHOBJICHO, YTO HAH-
60Hee ONTUMAJIBHBIM C TOYKH 3pCHUA BPECMCHU U Ka4Y€CT-
Ba pacuéra SBISETCs UCTIOIb30BaHHE THOPHIHOTO METO/1a
Teopun (QyHKOWOHanma IutotTHoctHn B3LYP [2324] u
aTomMHOro GasucHoro Habopa 6-31G(d) [25]. B pamxax
nporpammHoro nakera TeraChem ruGpuaHblii QyHKIHMO-
Han B3LYP peanuzoBan B nByx Bapuantax B3LYPI1 u
B3LYPS5 [26]. B pamkax TeCTOBBIX pacuéToB OBLIO TpH-
HATO PEIIeHNE UCIIOB30BaTh 00a STUX (YHKIIMOHANA.

Peakius pagukampHOTO pacmaga HUTPOCOEIH-
HEHHH ONMCHIBACTCS YPaBHECHHUEM:

R-N02 =R* + NOZ* (1)
B mammx pacuérax R=CHj;, CgHs. ITonydennsie B maH-
HOW paboTe pe3yibTaThl M MX COIOCTABICHHE C paHee
MPOBEACHHBIMH pacuéTaMH ¥  JKCIIEPUMEHTAIbHBIMU
JIaHHBIMH TIPUBEACHO B Tabmuie 1.

Kak BuaHO 3 Tabmumbl 1, pacyéTHbIC JaHHbBIC,
nonyyennbie B TeraChem wmeromom B3LYPS, ouenb
OJIM3KM K TakoBbIM, noirydeHHbIM B Gaussian. He0Goub-
IIME PACXOXKICHUS BO3MOXKHO JIMKBHUINPOBATH, YCTaHO-
BUB Ooiiee KECTKHE KPUTEPUHM CXOAWMOCTH, KOTOpPbIE B
[9,12] neranpHO HEe 0OCY)KIAFOTCS.

Crnemyer Takke 3aMETUTh, YTO C YCIOKHEHHUEM
HCCIIEAyEeMOH CHCTEMBI TOYHOCTh IO OTHOIICHHIO K JKC-
MEePUMEHTY KaK HAIluX, TaK W JaHHBIX U3 [9], pactér.
[TorpemHocTs mpu pacu€re SHEPruu AUCCOLMALMHU B
CH3NO, cocraBuser 7,1 x/bk/Monb B Hammx H 5,6
kJIx/Moib B [9], B To Bpems kak it CgHsNO, onn co-
craBystioT Beero 1,3 xJbx/Monb U 1 kJI>K/MOJIb COOTBETCT-
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BeHHO. Hamm TecToBble pacu€Thl MO BOCIPOU3BEICHUIO
CTaHJAPTHOW JHTANBIUH 00pa30BaHUS W3 IMPOCTHIX Be-
IIECTB JJIsl Ta3000pa3HOi BOABI BOOOIIE HE Jallk KaKUX
n00 pa3yMHbBIX pe3yibraToB. [loaToMy Ha ciiepyromeM
oTare 6])1.]'[8. IpeanpurHsATa NonbITKa MPoOBECTU paC‘iéTbl Ha
OOJBIIUX MOJCKYISIPHBIX CHCTEMAX.

Tabnauua 1 - JHeprun quccounanuu (k1x/MoJb) CBsI-
3u C-N HekoTopbix Hutpocoemunenuii (R-NOy), noay-
YeHHbIE B PAMKAaX KBAHTOBO-XUMHYECKHUX PACYETOB B
nporpammMHoM nakere TeraChem m Gaussian ¢ uc-
M0JIb30BAHUEM aTOMHOIr0 0a3ucHoro Hadopa 6-31G(d)

R/meron CHs- CeHs-
B3LYP1 240,6 2948
B3LYP5 238,6 2929
B3LYP* 236,1 292,6
Oker. * 227,5 291,6

* mo maHHBIM [9]

B kadecTBe momoOHON CHUCTEMBI ObLIa B3sTa pe-
akmms Jlueca-Anpaepa rmknonpucoequuenus CsHg k
¢dymnepeny Cgp. DTa peakumst Oblia TMOAPOOHO H3yUEHA
HaMH paHee Ha KBaHTOBO-XMMHUYECKOM ypoBHe [27,28]. B
3THX paboTax OBUIO YCTAaHOBIEHO, YTO HAWIYYIIHE pe-
3yJbTaTbl IPU HUCCICIAOBAHUN HaHHOﬁ pCakuu MOryT
OBITh MOJIyYCHBI B paMKax MeToja Teopuu (yHKIIMOHATIA
wiotHoct PBE [29] ¢ ucnone3oBanuem atomuHoro Oa-
sucHoro Habopa Anpuda SVP [30]. IIpu 3tom Oblia mo-
KazaHa HEOOXOAMMOCTh yu€Ta AMCIIEPCHOHHBIX B3aUMO-
JeficTBUil B IOMyaMOHUpUYeckodl wmogpenn I'pumme
VDWO06 [31] xak Ui OIICHKH aKTHBAIlMOHHBIX TTapaMeT-
POB, TaK M JUIA OIICHKH TEPMOJANHAMHYECKUX MapaMeTPOB
peaKIum.

Ha manHOoM »Tame paboTHI ¢ WCIOIB30BaHUEM
nporpamMMmuoro nakera TeraChem Hamu ObUTH TIPOBEICHBI
pacuéTsl ¢ MCIONBb30BaHHEM OOMEHHO-KOPPEISIIMOHHOTO
GGA-dynkimonana wiothoctu PBE B koMOuHammu ¢
aToMHbIM Oa3ucHbIM Habopom def2-SV(P) kak ¢ yuérom
JIUCIIEPCUOHHOTO B3aUMOJEUCTBUS B NOJIyIMIIMPUYECKOM
Monemu ['pumme 06, Tak u 6e3 Hero. beuta mposeneHa
MIOJTHAs! ONTUMU3AIMS TEOMETPUIECKUX MapaMeTpOB BCEX
COEIMHEHUH B pEAKLIUHU:

Ceo + CsHg = CgoCsHs (2
[Ipu 3TOM YYHUTHIBAJIIOCH, YTO HHUKIONPHCOCTUHCHUE B
peakiuu (2) npotekaet o pedpy C6C6 dymnepena Cego.

[ToxydeHHbIE pe3ynbTaThl 10 OLEHKE CTaHIapT-
HOW SHTANBIINHU peakyd (2) MpuBeIeHBI B TAOIUIIE 2.

Tabonuua 2 - Cranpaprable 3HTadbNUM (k/xk/MoJib)
peanuu (2), nosy4eHnnie Ha yposHe PBE/SVP ¢ u 6e3
yuéTa JMCHEPCHOHHBIX B3aMMOJAEHCTBMI B MOJeIH
I'pumme 06

Mpmumme 06
PBE/def2-SV(P) -77,4 -105,8
PBE/SVP* -60,3 -108,5

* naHHble u3 [27]

Kak BuaHO M3 TaOiuIBl 2, U B Ciiydae pacuéra
OOJBIINX XMUMHYCCKHX CHCTEM pPE3YJIbTaThl IO OIICHKE
SHTAJBIIMNA XUMHYCCKUX PEAKIUi ¢ IMOMOMIIBI0 IIpo-



rpamMHoro nakera TeraChem mano OTJIMYAIOTCS OT Ta-
KOBBIX, IMOJYYEHHBIX C HCIIOJIb30BAHHEM KJIACCHYECKUX
MIPOTPaMMHBIX I1aKETOB.

3akntoyeHune

[TonydeHHble B TaHHOW paboTe pe3ysIbTaThl CBH-
JIETEIBCTBYIOT O TOM, YTO C IIOMOILIBIO IPOTrPaMMHOTO
nakera TeraChem MOXHO MOJy4aTh OLEHKH TEPMOXHMHU-
YEeCKMX IapaMeTpoB pPEeaklui, C JOCTaTOYHO BBICOKOH
TOYHOCTBIO, COTIOCTaBUMBIMHU C PE3yJIbTAaTaMH, MOIy4EH-
HBIMH B KJIACCHYECKHX MPOTPaMMHBIX rakeTax. HeOomb-
M€ PacXOXKIECHHUS B PE3YJIbTaTaX OTHOCATCS K Pa3iIHyH-
SIM B aJITOPUTMAX peaTn3alii METOJOB pacuéTa U OLEHKH
TEPMOXMMHUUYECKUX BEIMYMH HA OCHOBE METOJOB CTATH-
cTryeckoi Gu3nku. Bo3mokHO, 4TO coBHajgeHue ObLIO
Obl OoJyiee TONHBIM, €CIM B MPOrPaMMHOM IaKeTe
TeraChem ncronb30BaTh yiy4llleHHbIE KPUTEPUU CXOJIH-
MOCTH ¥ 00Jiee TOYHbIE CETKH MHTETPUPOBAHMS.

Ha 3aBepmatormiem stane paboTsl Hamu OyIyT
OLICHEHBI aKTHBAIIMOHHBIC TapaMeTphl psila PEeaKLui,
KOTOpBIE paHee ObIIM U3yYEHBI HA KBAHTOBO-XUMHUYIECKOM
YpOBHE M Il KOTOPHIX €CTh HaJE&KHBIE SKCIEPHMEH-
TaJIbHBIE JAHHBIE 110 SHTAIBIINAM aKTHBALMH IpoLiecca.

ABtopsl OnaronapsT ¢upmy PetaChem 3a mpe-
JIOCTABJICHHYIO ISl TECTUPOBAHHUS KOIIHIO ITPOTPaMMHOTO
nakera TeraChem wn nmyno MBana Ydumnesa (Ivan
Ufimtsev) 3a KOHCYJNBTaIliM MO HCIIOJNB30BAHUIO TIPO-
IPaMMHOTO MaKeTa.
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