YIAK 544.18 DOI: 10.14529/cmse210206

KBAHTOBO-XNMNYECKOE MOJAEJINPOBAHUWE
TEPMOXUMUNYECKHNX CBONCTB MOJIEKYJI
BBICOKOHEPTETUYECKUUX TETPA3SMNHOB"

(© 2021 B.M. Bouoxos!, E.C. Amocosa!, A.B. Bosioxos!, T.C. 3rwo6unal,
A.B. JIemneprt!, JI.C. dnoscknii-?3, J1.A. Bapiaamos!
L wemumym npobaem xumuveckoti gusuxu PAH
(142432 Mockosckan 06a., Yeprozonosra, np. um. axad. Cemenosa, 0. 1),

2 [Tenmpanvroili uHCMUMYM a6uauuorH020 momopocmpoenus um. I1L.H. Bapanosa

(111116 Mocksa, ya. Asuamomopnas, 0. 2),
3 Mockosckutli asuayuonmwLll urncmumym
(125993 Mockea, Boaokoaamcroe wocce, 0. 4)
E-mail: {vom, aes, vav, zyubin, lempert, Yanovskiy, dima}@icp.ac.ru
ITocrynuna B pemakiuio: 11.05.2021

B crarbe nmpuBeieHbl pe3ysbTaThl PACYETOB CTPYKTYPHBIX U TEPMOXUMUYECKUX XaPAKTEPUCTUK PsAJa [TOTEH-
nuaabHo Bbicokosneprerudeckux coemmuenuit: CoNgO4, CaNgOs, CaNgOg, CoHaNgOs4, CsHN7Os, CsHN7O4F2,
C4N19O012, C3HNgO4F, CsN190sF4, C4NsgOsgF2 ¢ ucmonb3oBanneM KBAHTOBO-XUMUYIECKUX ab initio meTomos. Ksan-
TOBO-XMMHUYECKOE MOJIEJIMPOBAHUE BBLIMOJHEHO C [PUMEHEHHEM IPUKJIAJHOIO I[IPOrPAMMHOIO  KOMILIEKCA,
GAUSSIAN 09. C wucnosbzoBanvem rubpuHoro gyuxnumonana miornocry B3LYP nposenen mouck onrumMabHOM
reoMeTpun MoJjiekyJ1, paccuutanbl UK-crekTpsl morsomenusi, CTpyKTypPHbIE MapaAMETPhl M CMEIIEHUs ATOMOB JIJIst
HanboJlee MHTEHCUBHBIX KoJieGanuii. MeTomoM aToMusanuy 10Ty YeHbl BeJIMYUHBL SHTaj b o6pasoanus (D0).
PacueTs! BBIIOJIHEHBI ¢ UCIOJb30BaHUEM KOMOMHUPOBaHHbIX MeTo0B G4(MP2) u G4. IIpojaeMoHCTpUpOBaHaA 3aBU-
cumoctb 90 0T CTPYKTYphl MOJIeKyJbl. [IpuBesenbl mpuMepbl MCIOIBL30BAHHBIX BBIMUC/IMTEILHBIX KOHMDUTYpaImii
Ha 6a3e HECKOJIbKHMX BBIYMCJUTEILHBIX PECYPCOB, ONUCAHBI HEKOTOPBIE OCOOEHHOCTH MPOBEJIeHHbIX pacueroB. Cre-
JIAHO COIIOCTABJICHNE BPEMEHHBIX 3aTPAT M IMOIPEIIHOCTEH TPU UCIOJIb30BAHUM DPA3HBIX METOJIOB HA OJMHAKOBBIX
CTPYKTYpax.

Karouesvie caosa: k6anmoso-rumuveckue paciemol, naxem Gaussian, sHmasvnus 00pa308aHusi, 6biCoKo-
snmanrvnutinve sewecmsa, UK-cnexmpos 2a3006pasnvic mMosexya, Kombunuposantove memodv. G4 uw G4(MP2).

OBPA3EIl INTUPOBAHUA

Bomnoxos B.M., Amocosa E.C., Bosoxos A.B., 3wo6una T.C., Jlemnepr /I.B., Axos-
ckuit JI.C., Bapmamor [[.A. KBsaHTOBO-XxMMHUUECKOE MOJIEIUPOBAHNE TEPMOXUMIIECKUX
CBOICTB MOJIEKYJI BbICOKOSHEpreTrudeckux rerpasutoB // Becrauk FOYpI'Y. Cepus: Borauc-

JIMTeTbHAS MaTeMAaTUKa, u MHMOPMATHUKA. 2021. T. 10, Ne 2. C. 82-96.
DOTI: 10.14529/cmse210206.

BBenenue

Boubiioii maTEpEC K CO3AHUIO BBICOKOIHEPIETHYECKUX MATEPHAJIOB PA3JIMIHOIO HA3HA-
YEHHsI CTHUMYJIMPYETCst OyPHO PAa3BUBAIOIIMMICS HOBBIMH TEXHOJIOTUSIME, OCOOEHHO B 00JIACTH
JIBUrATEJICHl IEePCIIEKTUBHBIX JIETATEIBHBIX AllllapaToB. B mocie/iHee BpeMsi B CO3IaHIH HOBBIX
MaTEPUAJIOB C OLPEIEICHHBIMEI CBOficTBAMU BCe 60OJee BAyKHYIO POJIb UIPAIOT COBPEMEHHBIE
KOMIIBIOTEpHBIE TexHooruu [1-3].

IToCcKOIbKY OJIHUM W3 OCHOBHBIX KPHUTEPUEB SHEPrOEMKOCTH XHMHYECKOI'O COeINHEHHUSI

ABJISI€TCSI BEJIMYMHA €r0 CTaHJIAPTHOW SHTaibnuu obpasoBanuss AH;", TO ompejesieHne Toi

* CraTbst pEKOMEHIOBAHA K IIyOJIHKAIMN IPOIPAMMHBIM KOMUTETOM Merk1yHapoHO# HayIHO! KOHDE-
perrn «Ilapasutesbabie Boraucmresabable Texnosornu (ITaBT) 2021»
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BEJINYMHBI, KaK 3KCIIEPUMEHTAJbHON, TaK W PACUYeTHOW, CTAHOBUTCH KJIIOYEBON 3ajiadeil niisd
oreHKu 3P HEKTUBHOCTA MTPUMEHEHUsI TOTO WJIM WHOTO BEIeCTBAa KaK KOMIIOHEHTa BBICOKO-
SHEPTETUIECKNX MaTepHasoB. B 3amadax TEPMOXUMUM BaKHO 3HATH, KAK MEHSIETCA dHTAJIb-
nus obpazoBanusi (D0) BemecTBa TPU HEKOTOPBIX M3MEHEHUAX CTPYKTypbl. Omuum u3
HauboJIee HAIEXKHBIX METOIOB MCCJIEIOBaHUs OIMCAHHBIX BbIIe 3apucuMocTeilt 90 or pas-
JIMIHBIX T[MapAMETPOB, XaPAKTEPU3YIOIMX MOJIEKYJIBI, {ABJISETCS KBAHTOBO-XUMHUYIecKrne ab
initio pacdeTsl ¢ WMCMOIBL30BAHWEM BBICOKOTOYHBIX COCTABHBIX METOJNOB, TakumxX Kak G4 mu
G4(MP2), Bxogamux B cocras nakera Gaussian 09 (https://gaussian.com).

Hacrosmas paboTa HOCBSIIEHA ONpEIEeHNI0 KBAHTOBO-XuMudeckuM Metojom AH;® ps-

aa BBICOKOYHTAJIBIINHHBIX IIPOU3BOJAHBIX C O6HH/IM CTpoeHueM, IMOKa3aHHbIM Ha PHC. 1.

R1 R2

R1, R2 = NO,, H,N, H, C(NO,),,
C(NF,)(NO,),, C(F)(NO,),

Puc. 1. Crpykrypa nccaesyeMbix MOJIEKY.JT

CraTbs opranm3oBaHa caeayiommM obpazom. B pasmene 1 paccMoTpeHa MeETOIMKA MOE-
JIMPOBAHUSA CTPYKTYPHBIX U TEPMOXUMHUYECKUX CBOWCTB M3YUYEHHBIX BEIIECTB B II€JIOM U OIH-
caHbl criocoObl pacdeTa KOHKDPETHBIX apaMerpoB. B passesie 2 mpuBe/ieHbl OCHOBHBIE DPE3YJIb-
TaThl MOJIEJIMPOBAHUS U CJIeJIAHO UX OOCYy»KJIeHue, B pa3jese 3 OCBENIeHbl OCHOBHBIE ACIEKThI
COOCTBEHHO BBIMHUC/IMTEIbHBIX MPOIEILYDP U OMMCAHBI PECYPCHI, HA KOTOPBIX TPOBOIUIUCH PAC-
verpl. B 3akmodennn chOpMyIUPOBAHBI OCHOBHBIE BBIBOJBI KAK TEOPETHIECKOTO, TaK WU

[PAKTUYECKOT'0 XapaKTepa, U IPUBOJUTCHA KPaTKas CBOJIKA PE3YJILTATOB PabOTHI.

1. MeTtoauka pacdera

Pacuer suranmbium obpazoBaHUsS HCCIENLYEMBIX Ia3000pa3HBIX MOJIEKYJ OBLI IIPOBEIEH
METOJIOM ATOMU3AIMN AHAJOIMYHO MPEIblIynuM paboram asropos [4, 5|. Mopenuposanue
ObLIO BBIIOJIHEHO B pamKax nporpaMmMuoro komiviekca GAUSSIAN 09 [6]: mouck onrumasib-
HO# reomerpum u pacder MK-creKTpoB TPOM3BOAMIICS C WCIOJIB30BAHUEM XOPOIIO 3apeKO-
MEH/IOBABIIEr0 ceOsi B MOJIEKYJIIPHBIX pacdeTrax TUOPUIHOTO (DYHKITMOHATA TIJIOTHOCTH
B3LYP |7, 8] ¢ 6asucom 6-311+G(2d,p), a mist janbHeiinero paciera SHTAJIbIAN 06pa30Ba-
HUs ObUIH MCHOJIb30BaHbl KoMOuHupoBanubie Meronbl G4(MP2) u G4 [9, 10]. Merox G4 u3
cepun MerosioB Gaussian-N (Gn), paspaboTaHHOl CHENUATBHO I TEPMOXMMUIECKUX PACTe-
ToB, 6bu1 npescranied B 2007 romy Kepruccom u kosuteramu [9]. st anmpokcuMaluy SHep-
ruit 6ojiee TOYHBIX PACcIeTOB B KOMOWHUpOBaHHOM MeToje G4 MCIONBb3YIOTCS PAacdeThl SHEp-
ruit kak Meroga CCSD(T) ¢ BbICOKMM ypOBHEM KOPDEJSAIUU JIEKTPOHOB U OA3UCHBIM HAOO-
pom cpegrero pasmepa (6-31G(d)), rak u 6osee nuskoro yposus (Hanpumep, MP4 u MP2) ¢
Gosbiumu GasucabiMu Habopamu. B meroge G4(MP2), npezcrasisiomem coboit Mouduka-
nuio Meroma G4, pacuer MP4 zamensercsa na MP2, uro gejnaer maHHBII METOI CYLIECTBEHHO
MeHee TpeOOBATEbHBIM K KOMITBIOTEPHBIM PeCypPCaM.

Huxke npuBeseHbl OCHOBHBIE 3TAIlbl pacyeTa SHTAJBIINU 00pPAa30BaHUS COEIUHEHUS C O0-
meit popmysoit CwHxNyO,Fp. MeTomom aTommsarim:

1. Pacder snepruu aroMu3aiiuu B HEPEJIATUBUCTCKOM TIPUOJINKEHUT
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3D, = wE,(C)+xE,(H)+ yE,(N)+ zE,(0)+ pE,(F)~ E,(C,H N O.F)

rae Eo(C), Eo(H), Eo(N), Eo(O), Eo(F) — paccuuranusie mosnbie sHepruu aToMoB. [losmyro
suepruto MouiekyJibl Eo(CwHxNyO,F}p) paccanteBamn 1o dopmysie Eo(CyHN,OFp) = €
+ZPE, rne g9 — noJinas sueprus MoJiekyJibl, a ZPE — cymma suepruit mysieBbix KojebaHumii
BCEX KOJIEOATEIBHBIX MO/ MOJIEKYJIbI.

2. Pacuer surasbiuu obpazosanus npu 0 K

AH{(C,H N 0,F,,0K)=wAH}(C,0K)+xAH}(H,0K) + yAH | (N,0K) + zAH }(0,0K) + pAH |} (F,0K) - Y D,
HepBbIe IIdTh CJjaraceMbIX —— 39TO SHTAJIBIINN O6pa30BaHI/I${ I‘a3006pa3HbIX aTOMHBIX KOMIIO-

HEHT, U3BECTHBIC N3 IKCIIEPUMEHTA.

3. Pacuer surasbiun obpazoBanus npu 298.15 K
AH}(C,H.N,O.F,,298K)=AH}(C ,H.N O.F, 0K)+ (HO(CWHXNJ,OZFP,Z%K) -H"(C,H.N,O.F ()K))-

y7zt p2 =t p?

~w(H"(C,298K)~ H'(C,0K)) - x(H"(H,298K) - H"(H,0K)) -
~y(H"(N,298K) - H'(N,0K)) - z(H'(0,298K) - H'(0,0K) ) -
—p(H"(F,298K) - H'(F,0K))

Bropoe ciiaraemoe mosiydaercss u3 pacdera Mojiekysbl. C TPeTbero mo ceabMOil 49/IeHbl B 11O-
cJle/IHEM YDABHEHUW U3BECTHBI U3 SKCIEPUMEHTA (MM PACCIUTAHBI [0 IKCIEPUMEHTAIBLHBIM
MOJIEKYJISIPHBIM TIOCTOSIHHBIM ). 3HAYEHUsI SHTAJIBbINU OOPa30BaHUs ra3000pa3HbIX aTOMOB U
TEPMUYECKHUE MOMPABKH MOI'YT ObITh B3AThI U3 PA3JUIHBIX CIIPABOYHUKOB UJIU JINTEPATYPHbBIX
HCTOYHUKOB, Hanpumep [11-15].

B macrosieit pabore Mbl UCIIOJIH30BAJIN IKCIIEPUMEHTAJIbHBIE ATOMHBIE SHTAJBIMA 00pa-
soBanus u3 repmoxumudeckux tabuui NIST-JANAF [12]. Tlockosbky Teoperndeckuii pacaer
CHCTEMaTUYECKU 3aBbIIIAeT BEJIMYMHBI YACTOT HYJIEBBIX KOJIEOAHUI, JeaeTcsi KOPPEKIUs da-
CTOT C UCIHOJIb30BAHUEM SMIMPUIECKH T0100paHHbix Ko3dduimenToB. s nosmydenus 6osee
TOYHBIX YaCTOT HEOOXOIMMO KOPPEKTHPOBATH HYaCTOThI KOJeDaHWil TpH pacdere TOINPaBOK
ZPE u nonpasku (H°(CwHxNyO,F},298K)-H°(CHN,O,F;,,0K)). st 9T0r0 mCnoab3yrorcs
SHAYEHUs] MACIITaOUPYIONMX MHOYKHUTEJEN, PEeKOMEH/IyeMble B JIMTEpaType JJjisd Pa3ImIHbIX
METOJIOB PACYETOB U PA3JIMYHBIX GA3MCHBIX HAOOPOB [6].

2. Pe3yabTraTrhl m 00Cy2KaeHUE

B Tabs. 1 mpuBeneHbl CTPYKTYPBI PACCUUTAHHBIX MOJIEKYJI, MOJIEKYJISIPHBIE Beca, KO-
dunmenT HacCBIIEHHOCTH — BemiecTBa  okucsurTeseM (ajibda), SHTajIbIuu  00pa30BaHUs
(B KKaJ1/Moutb, KJI2K/Momb, KJI2K/Kr), mosydennbie Ha pasHbix ypoBHsaX pacdera: G4(MP2) u
G4. Ha puc. 2 npusesen rpaduk U3MEHEHWS SHTATBINN 00pa30BaHNsA PACCIUTAHHBIX Ta3000-
pa3HbIX MOJeKyI. 13 puc. 2 u Taba. 1 BUIHO, ITO MCITOTH30BAHHBIE KOMOMHUPOBAHHBIE METO-
abl pacdera [G4(MP2), G4] nator 6imsKue pe3ysbrarTbl. 3HAYECHHUsS SHTATIbINKA 00PA30BAHMS,
nojydenuble Ha ypoBue pacdera G4(MP2), npebimaior 3HaYEHUS, IIOJyYEHHbIE HA
ypoeue G4, na 76-118 x/Ixx /kr, uro cocrasisier ot 3 10 8 % s crpykryp 1-10 u 24 % nist
crpykTypsl 11. Ilpu sToM BpemeHnHbie 3aTpaThl Ha pacdeThl Ha ypoBHe G4 B 3-5 pa3 6osbIie,
gem Ha yposae G4(MP2).
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Tabauna 1

CrpyKTypbl, cTpyKTypHast hbopMyia, MoJsiekyisphbe Beca (My , B amu), saTansmmm o6pazo-

Bauus (AHj) paccauranubIX MOJIEKyJT (B KKaJ/MOJIb — 0ObIaHbL mpudT, & /Jotc/monb —

KypcuB, KK /Kr — nostyKupHblii mpudr), noiaydennse Ha ypoae G4(MP2) u G4

E[W CrpykrypHasi hopmyia G4(MP2) G4
N NO
1 AN > 132.23 128.76
O3N6O4 | 553.27 538.7
172.06 )\ N 3215.55 3131.12
O,N N
2 AN NO, 125.25 120.84
O3N6O5 )|\ 524.0/ 505.59
188.06 =N 2786.57 2688.49
O,N N
Y
(@)
3 ? 127.83 122.72
CaNOg N/I\(Noz 534.84 513.47
204.06 P 2621.04 2516.30
O,N N
)
[6)
4 O\N¢N NO, 101.89 97.67
CoHoNGO4 \|( 426.29 408.66
174.07 s _N 2448.86 2347.59
H,N N %o
5 Ny N0 130.41 124.95
C3HN-Og N| Y 545.64 522.76
231.08 _N 2361.20 2262.36
H N
6 O\N _N<_NO, 95.52 91.53
C2H2NgO4 | 399.64 382.95
174.07 )\ _N 2295.80 2199.92
H,N N
¥
O
7 /N\ C(NF,)(NO,), 122.83 118.04
C5HN7O,F, N| 513.9/ 493.86
237.08 H)\(N 2167.77 2083.10
8 N CNO2s 149.26 138.54
CaN1O1 )|\ \( 624.57 579.64
N
380.1 OC 7 1643.16 1524.97
9 /N\ CF(NO,), 74.92 71.18
C3HNGO4F N| \( 81847 297.81
204.06 )\ _N 1536.05 1459.29
H N
10 N/NchFng»Z 133.75 124.29
C4N19OsF4 )|\ | 559.62 520.05
392.1 (0N (FN)C Zz 1427.24 1326.33
11 CF(NO,), 37.96 30.63
C4NsOsF, )\ Y 158.81 128.14
326.1 ONEC 487.02 392.97
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Puc. 2. Duranbiun obpazosanus crpykryp 1-11 (AHf, B k/Ix/kr).
Pacuerst na yposae: G4(MP2) — kpacubie kpyru, G4 — cuHue KBaJIpaThl

OtrTyna »Ke BUIHO, 9TO PACCMOTPEHHBIE B CTATHE M3MEHEHWS B CTPYKType 1 MpUBOAAT K
YMEHBIIIEHUIO YHTAJIbIMKU O0Opa3oBaHus. Paccmorpum mojpobuee Hab/IO/aeMble B CTPYKTY-
pax 1-11 rennenmun.

C2NgO4. B psany crpykryp 1-3 cMOIeMpOBaHO MOCTEI0BATENIBHOE TTPUCOETUHEHNE OJTHO-
ro-JIByX aTOMOB KHCJIOPO/Ia K KOJIBIEBON dYacTu cTpyKTypbl 1. Ilpu srom surTambmmsa obpazo-
BaHUs yMEHBIIAeTCs ocyenoBareabno Ha 429 u 594 /I /kr, coorsercrBenno. Ilpu sTom
[IPUCOEMHEHNE TIEPBOIO ATOMa, KHUCJIOPO/a IOHMXKAET SHTAJIBINIO obpazoBanus Ha 429, a
BTOPOro — 3HAYNTEJIHHO MeHbie (Ha 166 k1K /Kr).

[Tepexom or cTpykTypbl 3 K 4 myTeMm 3aMeHbl onHoro n3 dpparmentoB NO2 ma NHa, mpu-
BOJIUT K yMEHBIIEHUIO SHTAIbINN 0O0pasoBanus Ha 172 kK /Kr.

B ciiyuae, Korga aToMbl KHCJIOPO/IA PACIOIOXKEHBI IPOTUBOIIOJIOXKHO JIPYT APYry (CTpyK-
Typa 4), suTasnbnus obpasoBanus Gosbiie (Ha 153 kK /Kr), uem st ©30Mepa co CTPYKTY-
poit 6, Ty1e 06a aToma Kucjopoa pacrosioxkenbl BOsin3u NHs -dparmenta.

C3HN7Og. IlepecTpoiika MOJIEKYJT B psALy OT CTPYKTYPHI 1 K CTPYKTYpe 5 OCYIIECTBIISIET-
ca 3a cuer 3amenbl onuoro dgparmenta NO2 na H, a npyroro — ua C(NO2)3 u conpoBoxia-
eTcsl yMeHbIIIeHreM dHTas bl o0pasosanus Ha 854 kJI:k/Kr. 3ameHna B cTpyKType 5 OJHOrO
u3 ¢dparmenro NO2 wa NF2 (crpykrypa 7) wiu F (crpykrypa 9) nNpuBOAuT K yMEHbIIEHUIO
sHTasbnun obpasoBanusa Ha 193 k/lx/kr u 825 x/Ixk/kr, coorBercrBenno. Hamudue nByx
npoTuBONOJIOKHO pacnosoxkeHubx rpynn C(NOg2)s B cTpyKrype 8 NPUBOAUT K MOHUIKEHHIO
SHTAJLIUNA 00PA30BaHKs 110 CPABHEHUIO CO CTPYKTYpoil 5 Ha 718 k/Ix /Kr.

Ha puc. 3 npusenennt paccuunranubie K-crieKTpbl MOIJIOMIEHNUS UCCIETYEMbBIX MOJIEKY JI.
CMelneHns: aTOMOB 11 HauboJlee HHTEHCUBHBIX KOJIeOaHWIl IpuBeaIeHbl Ha puc. 4—14.

HawnGosee Boicokme wacrorsr (or 1628 cm™' mo 1670 cm!) ¢ 3aMeTHON MHTEHCMBHOCTBIO
nmeror Tpymnbl NOg, Bxoggamme B coctaB ¢pparmenTto R1 m R2 mpakTuaeckn BO Bcex pac-
CMaTpUBAEMbIX CTPYKTypax. Vckiouenne cocrapisiior crpykTypel 4 u 6 (puc. 7 u puc. 9), B

1

KOTOPBIX HAWOOJbINE 10 WHTEHCUBHOCTHU YACTOTBI — 31O 1457 cm™' mjsg cTpykTypbl 4 u

1398 cm! g erpykTyphl 6, oTBedaromue Kosebanuam ceasu N-O aToMOB a30Ta B KOJIBIIE.
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Puc. 5. Cvemenus atomoB CaNgOs jy1st yKazaHHBIX 9acToT (CTpyKTYypa 2)
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Puc. 6. Cvemenus atomoB CaNgOg 1151 yKazaHHBIX 9acToT (CTpyKTYypa 3)
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Puc. 7. Cvemenus atomoB CoHaNgO4 151 yKazaHHbIX 4acToT (CTpyKTypa 4)

88 Bectauk FOYpI'Y. Cepus «BpruunciaurenpHas MmareMaTnKa 1 “”HOOPMaTAKA»



B.M. Bouoxos, E.C. AmocoBa, A.B. Bosoxos, T.C. 3w06una, A.B. JlemnepT u ap.

9 |
29 a'. o0 o’ 00 oa’
I P& J-"‘"‘—‘\‘Q. ' 2P0
0 ’ -9 ’ oo ,
b) freq = 1157 c) freq = 1323 d) freq = 1333

~ " X° )
JJOOJ’.> JJ J" ’d 9

oo S o9
P 00 5
e) freq = 1334 f) freq = 1643 g) freq = 1655 h) freq = 1680

Puc. 8. Cumemenus atomos C3HN7Og st ykazanubix 9actor (CTpykTypa 5)

. @ 9 ‘ P o
) .‘ 2 0 %0 , o o0 -, e 00 -, e %o ,
PP 290 09 oo P 290 V9 20 @9 IO
b. ,. ® o0 O o9 ° O 9o ° oo
)ﬁmgﬂm b) freq = 1124 c) freq = 1378 d) freq = 1398 ) freq = 1450
@ - 9 9 ® / o /
@9 20 9 ao @I 290 09 I0 29 20
® 00 ° 9 oo ® 90 “ O 90 1 9O 90
'@ 5 9 2 ®

f) freq = 1574  g) freq = 1625 h) freq = 1654 i) freq = 3569  j) freq = 3703
Puc. 9. Cuvemenus aromoB CoHaNgO4 151 yKazaHHbIX 4acToT (CTpyKTypa 6)
Komebannsa srosb ceasu C-N aroma azora, Bxojsimero B rpynmy NOaz, XapaKTepu3yoTcs
JACTOTAME C MEHBINEH MHTEeHCHBHOCTEIO: 1333 em™! ms crpykrypsr 5 (puc. 8), 1330 cm™! s
crpykTypbl 8 (puc. 11), 1350 em! mus crpykrypsr 9 (puc. 12), 1335 em™ mas crpykrypsr 10
(puc. 13) u 1348 cm! ms crpykrypsr 11 (puc. 14).
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Puc. 10. Cumemenus atomos C3HN7O4F, s ykazanubix gactor (crpykTypa 7)
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Puc. 14. Cumemenus atomos CyNgOgF2 myist ykazanubix gacror (crpykrypa 11)
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3aMeTHOM WHTEHCUBHOCTBHIO TAKXKE XapPaKTEPUIYIOTCS YACTOTHI, OTBEYAIONINE ACHHXPOH-
HBIM KOJICOAHHUSIM aTOMOB yTJIepoJa M a30Ta, BXOIAMMX B KOJbHmo: 1355 cM™! mia crpykTy-
pot 2 (puc. 5) m 1455 cm! mns crpykryper 3 (puc. 6). Bonee mompobuas undopmarms o
HanboJiee MHTEHCUBHBIX KOJIe0AHUAX IIPUBEIeHA B TabJI. 2.

2021, T. 10, Ne 2

Tabauma 2
YacToThl 1 UHTEHCUBHOCTU KOJIeOaHMit
Frq. | Intens. |Frq. | Intens. |Freq.|Intensity | Freq. | Intensity | Freq. | Intensity | Freq. | Intensity
cm! | km/mol | cm? | km/mol | cm™ | km/mol | cm™? | km/mol | cm? | km/mol | cm™ | km/mol
C2NgOy C2NgOs5 C2NgOg C2H:2NgOy4 C3sHN,Og C2H>NgO,4
324 | 154 |6167| 19.9 | 506 17.7 202 83.5 809 45.7 72 27.9
856 | 113.1 | 850 | 127.1 | 827 | 221.9 248 116.3 | 817 66.7 130 52.2
979 | 18.9 |1119| 24.7 | 947 22.0 450 30.4 840 20.3 192 23.7
1300 261.1 [1249| 97.5 | 972 40.4 749 30.4 864 28.3 201 125.2
1410} 130.5 [1355| 265.0 |1191| 252.4 830 107.1 968 16.1 846 73.7
1628 85.6 [1393| 55.3 |1382] 168.8 | 1092 | 200.7 | 1157 | 5H1.7 | 1124 | 111.1
1628| 529.9 [1414| 33.5 |1455| 446.9 | 1181 | 59.5 1323 | 62.4 | 1349 | 19.8
1450| 22.5 |1497| 403.3 | 1325 | 49.2 1333 | 150.2 | 1378 | 259.3
1527| 150.2 |1639| 621.0 | 1387 | 74.7 1334 | 127.6 | 1398 | 460.4
1579| 177.3 1394 | 73.9 1405 16.4 | 1450 | 108.6
1631| 183.0 1438 | 152.5 | 1643 | 174.0 | 1540 | 16.5
1634 | 444.3 1457 | 695.7 | 1655 | 387.2 | 1574 | 328.8
1580 | 28.4 1680 | 293.4 | 1625 | 228.7
CsHN,O4F5| C4N10012 CsHNgOLF | 1624 | 329.6 1654 | 436.8
221 | 16.8 | 666 27.1 1664 | 455.0 3569 | 191.8
484 | 20.1 | 814 | 101.3 | 807 50.9 3568 | 156.4 3703 | 106.3
814 | 56.5 | 816 | 115.7 | 855 32.2 3713 | 117.7 C4NsOsF5
838 | 17.4 | 817 | 23.45 | 970 17.6 606 16.6
862 | 43.4 |87 | 95.8 |1011| 27.5 C4N100sF4 | 693 42.6
916 | 749 |935| 374 |1140| 37.3 814 35.7 800 33.8
951 | 28.0 |943 | 25.6 |1210| 348 816 95.2 811 50.8
957 | 32.9 |1040| 46.3 |1246| 103.6 843 91.6 812 30.3
973 | 27.7 |1109| 53.7 |1350| 118.0 844 43.4 847 90.1
1163 43.6 [1328| 38.2 |1356| T1.1 918 143.9 | 1020 | 87.5
1331 76.3 |[1328| 40.7 |1404| 27.1 953 84.9 1104 | 30.3
1339| 146.6 [1330| 239.6 | 1656 | 276.7 968 81.3 1206 | 47.2
1392 38.5 [1330| 210.9 |1666| 350.2 |1029 | 39.0 1245 | 174.7
1658| 318.9 [1337| 27.0 1125 | 36.0 1319 | 26.0
1662| 276.5 [1349| 132.9 1335 | 146.8 | 1348 | 127.3
1412 20.2 1335 | 146.6 | 1348 | 1384
1527 20.2 1354 | 166.8 | 1351 | 38.3
1643 | 138.5 1384 | 38.0 1373 | 109.3
1645| 169.0 1408 | 21.3 1659 | 569.5
1658 | 804.8 1660 | 608.0 | 1660 | 42.9
1660| 37.6 1660 | 99.8 1668 | 21.3
1681| 620.4 1666 | 519.3 | 1670 | 630.2
91



KBaHTOBO-XMMH4YecKoe MoOe/MpOoBaHe TEPMOXUMHNYIECKUX CBOIICTB MOJIEKYJI...

3. OcobeHHOCTH pacYeToB

IIpu npoBegeHNN KBAHTOBO-XUMHYECKOI'O MOJIEIUPOBAHUS ObLI MCIIOJH30BAH DSl BHIYUC-
JTenbHbIX KoHburypamuit (tabs. 3) Ha 6ase pasimmaabix Mojudukanuii mpomeccopos Intel
Xeon, IPeIOCTABIIIEMbIX IIYJIOB PACYETHBIX €D, ONEPATUBHON U JIMCKOBOM MaMATH, HAJIUIUS
GPU, a rakxe Bepcnii npukiaanoro nakera Gaussian (https://gaussian.com).

Boruucnurenbuas CI0KHOCTH 33J1a4 JIOCTATOYHO BBICOKA, JJI YKA3aHHBIX CTPYKTYP B
3aBUCUMOCTH OT HMCIOJIb30BAHHOIO 0a3uCa U PACUYETHBIX TEMIIEPATYDP CpE/lIHee BpeMs pacdeTa
Bapbupyer or 20 ugacoB 70 30 ameii (Ha xkoudurypanuun NUIIXD PAH, cm. Huxe), npu uc-
[0JIb30BaHuU Hanbojiee COBPEMEHHBIX BEPCHil IIPOIECCOPOB BPEMs PACUETOB IAJIAET, OITHAKO,
s Gostee cinoxkubIX cucrem(zo 30 aromon, nanpumep st C4Ni9gOsF4) Bpemsi pacyero Ha
24 amepHOit pabodeil CTAHIIUN B IICEBI00HO3aIaYHOM PEKMME BCE K€ JOCTUTAJIO 2.5 MECSIIEB.

Kputudno Kk cKOpocTr pacyeToB MOJIEPKKA UCIOJIB3YEMbIMU TTPOIECCOPAMU MHCTPYKITHIA
avx2 u sse42, 0cobeHHO TIEPBOil — Ha HEKOTOPBIX 3aJiavax Mpu OJM3KON TAKTOBON YacToTe
[POLIECCOPOB BBIUTPHINT MOXKeT cocraBiaTh 8—10 pa3 [16]. K coxanenuto, Ham He yaajioch
OTeHNUTH BO3MOXKHOCTH ncmonb3oBarusa GPU yckopureneit, T.x. Gaussian HCIOIB3yeT TOTHKO
rpacduyeckue yckoputesu cepuit K40, K80 u P100, koTopbix He OBLIO B HAIEM PACIIOPsZKe-
uun. Bojiee crapbie yCKOpUTen He TOIEPKUBAIOTCS.

Tabauna 3
AnmaparHas maaTdopMa BEIUUCIATEIbHBIE KOHMDUIYPALIIT

BrraucaurenabHbIi IIponeccopsr/Yucno saep/ Ncnoabs3oBanue
pecypc RAM/GPU
JlomonocoB-2 «compute» Intel Xeon®) E5-2697 v3@2.60 I'T', |mo 104 snep, 64 I'6
14 anep, 64 I'b, Tesla K40s
Berancsmrensubiit knacrep | Intel Xeon®) 5450| 5670Q 3 T'T'm, or 1 no 50 CPU (no

HNIIX® PAH 4-6 anep, 8 m 12 I'6 RAM 200 sinep), or 1 o 12 T'6
Ha y3e
Pa6oune crannum UIIXPD |Intel Xeon®) X5675@3.46 I'T'm, Jo 12 anep

PAH ¢ GPU Tesla C2075 |2x6 smep, 48 I'6 RAM, GPU Nvidia
Tesla C2075

Pabouas cranmus M19OM Intel Xeon®) E5-2690v3, 2x12 snep, |1-24 sanpa, 4-248 T'6
PAH RAM 256 I'6, SSD+4 T6 HDD RAM Ha 3amauy

NpUMETaHNUe: TPUBEIEHO KOMMIeCTBO busnieckux aep 6e3 motokos (threads)

Kpaiime xejarenbHO TPOBEIEHNE PACIETOB € UCIOIb30BaHmEM SSD MM BBICOKOCKOPOCT-
HBIX SAS amckoB ¢ 6OMBIIMM 0OBEMOM BBIIETSEMON JUCKOBOI MAMSTH, TIOCKOJIBKY MaKeT CO-
3/1a€T B IPOIECCE BHIYUCICHUN TUT'AHTCKUE TPOMeEKyTouHble (daitianl 1o 2 T6 pazmepom, 3a-
MACHh KOTOPBIX MOXKET 3aHuMaTh 10 30—35 MunyT Ha SSD jmcke n, €eCTECTBEHHO, CYIIECTBEHHO
noubine Ha SATA maccuBax

CuibHO B/IMSIET HA CKOPOCTH PACUYETOB HAJMYIHe MOCTeTHUX Bepcmit makera Gaussian mo
cpaBrenuto ¢ g9 (ycranosiennoit na kjacrepe UIIX®), koTopble B MOJIHON Mepe peamu3yoT
almapaTHble BO3MOXKHOCTU IIPOIECCOPOB HOBBIX CEPHUil, JaBas YCKOPEHHWE PpaCYeTOB s
OOJIBIIIMHCTBA MCIIOJIB30BAHHBIX 0a3ucoB j10 7-8 pa3. K coxkajenuio, 3a4acTyio IOCJEIHUE
BepCHUU TAKeTa JIaKe He 3aIyCKAaIoTCs Ha IIPOoIeccopax crapiie 5—6 Jer.

Ilepen, aBropamu He cTaBUJaCh 3aJ@4a IIPOBECTH JETAJbHbBIA AHAJIU3 CTEIEHU MapaJijie-
JIM3AIUN BBINOJIHAEMBIX pacdeToB (BBUY TOro, uro naker (Gaussian ucrosib3yer CBoK cob-
CTBEHHYIO BHYTDEHHIOIO CHCTeMy pacrapasuiesmBanus Linda), oHako OObIMHO HADJIIOIAETCS
YCTOWIMBOE YCKOPEeHUe Ha IMyJiax g0 12 smep, gajee 3(p@PeKT CHUKACTCA. ITO TAKKE 3aBUCHT
or obbema BblIeIsgeMOil 3a1ade namaTu (npu drom Tpebyercs ne menee 4 I'6 RAM na dusn-
9eCKoe sIJIpo).
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3akJIroueHue

B pesymbprare mpoBeneHnsi BBICOKOTOYHBIX KBAHTOBO-XUMUIECKUX PACIETOB TIOJYIEHBI
TEePMOXUMUYECKHE IaHHbIe BbIcOKOsHeprerndeckux coemmuenmii: CaNgOs, Ca2NeOs, CaNgOe,
C2HaNgO4, C3HN7Og, CsHN7O4F2, CisN19O12, CsHNgO4F, CyN19OsF4, CsNsOsF2. Ilokaszano,
YTO HTAJBIUS 00PA30BAHNS YMEHBITAETCS € YCIOKHEHNEM CTPOEHUS MOJIEKYJT UCCIETYEMOTO
psama. Paccanransl Takke MK-cexTpsl morsomennsi, CTpyKTypHBIE TAPAMETPBI W CMEITeHUsT
aTOMOB 1T HamboJiee MHTEHCHBHBIX KOJeOaHmit. PacieTsl BBIMOJHEHBI € HCIOJIb30BAHUEM
koMOuHUpoBaHHbIX MeToJ0B G4(MP2) u G4. IIpomeMOHCTPUPOBAHO, YTO WCIOJIb30BAHUE
ypoeus pacuera G4(MP2) misa BeiOpanHOro Kiacca MoJeKyJ1 jgaet 6iauskue (B npeaenax 8 %)
oTrHOCUTEBHO ypoBHA G4 pe3ysibraThl U BeJeT K CyIIeCTBEHHON (B 3-5 pa3) 9KOHOMHU DPac-
YE€THOTO BPEMEHH.

Paboma eévinosnena ¢ ucnoavdosanuem 0b60pydosanus Llenmpa KosrexmueHozo noav3o-
BAHUA BHICOKONDPOU3BOOUMEALHBIMY BbluucAsumesvHoimy pecypcamu MI'Y umenu M.B. Jlo-
monocosa  (npoexkm  Enthalpy-2065) [17-19] w cobemeennux 6uH4uUcAUMeNbHUET PECypcos
HIIXD PAH. Asmopu maxoice npunocam 6baazodaprocmu epynne xomnanuti PCK u Wn-
cmumymy aKcnepumMermarviot. muneparozuu PAH 3a npedocmasaenmnvie dan wacmu pace-
MOB NYABL BVMUCAUMENLHOIT pecypcos. Paboma evinoanena no meme ['ocydapcmeentozo 3a-
danus, Ne zocydapemeennoti pezucmpavuu 00892019-0017 [AAAA-A19-119120690042-9], a
maxotce npu noddepotcke PODH (npoexm Ne20-07-00319).
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The article presents the results of calculations of structural and thermochemical characteristics of a number
of potentially high-energy compounds CaNgOs, Ca2NgOs, CaNgOs, CoHaNgO4, CsHN7Og, C3HN7O4F2, CiN19O12,
CsHNgO4F, C4N19OgF4, C4NgOsF2 using quantum chemical ab initio methods. Quantum-chemical modeling has
been performed using the GAUSSIAN 09 applied software package. Using the BSLYP hybrid density functional,
the search for the optimal molecular geometry has been carried out, the IR absorption spectra, structural parame-
ters and atomic displacements for the most intense vibrations have been calculated. The enthalpies of formation
(EO) have been obtained by the atomization method and are provided in the article. The calculations have been
performed using the combined G4(MP2) and G4 methods within the Gaussian 09 application package. It is shown
that the enthalpy of formation depends on the molecule structure. Examples of the used computational configura-
tions based on several computational resources are given, some features of the calculations are described. Compar-
ison of time costs and errors is made when using different methods on the same structures.

Keywords: quantum-chemical calculations, Gaussian package, enthalpy of formation, high-enthalpy com-
pounds, IR spectra of gaseous molecules, combined G4 and G4(MP2) methods.
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