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KuroueBblie ciioBa u ¢gpasbl: BogopogHas CBs3b; CBEPXKPUTHUECKOE COCTOSI-
HHUE, METOIBI MOIICKYJsIpHOH muHamukd, MonTte-Kapno, Kapa—Ilapurenno; ¢yHKImS
paIuanbHOTO pactpeeICHUs.

AHHoTanus: [poBeneH pacueT QYHKIHHA paauaibHOTO PacTpeneieHus U Cpel-
HEro 4uclia BOJOPOAHBIX CBsA3eH Ha MOJIEKYJIy METaHoJla NpU HOPMANbHBIX, CyO- M
CBEPXKPUTUYECKUX YCIIOBUAX B paMKaX KIACCUYECKOM MOJICKYJISIPHOM IUHAMUKU U
MousiekyJsipHoit nuHamuku Kapa-Ilapunemno. Iloka3aHo, 9TO HE3aBUCHMBIE METOIbBI
MOJICTIMPOBAHUS JAI0T OJIM3KUE pe3yabTaThl. [Ipu 3TOM paccunTaHHbIe QYHKIMU pPaju-
aJbHOIO pACHpPEICIICHUs XOpOILIO COMNACYIOTCA C OSKCIEPUMEHTOM TOJIBKO IIpU
T=298K, P=0,1 Mlla, a mpu BBICOKHX TeMIIepaTypax M JaBICHUSIX HaONIIOJAIOTCS
3HAYUTEIBHBIC PACXOXKACHUS C IKCICPUMCHTAIBHBIMA (YHKIUSMH, W3BECTHBIMH W3
muteparypsl. C IpyToif CTOpoHBI, 00a MeTo/la MOJCITHPOBAaHUS OYEHb OJNM3KO K JKCIIe-
PUMEHTY BOCIIPOU3BOJAT CTENEHb BOJOPOIHOIO CBSI3BIBAHUSI B METAHOJIE U €€ U3MEHE-
HUE B 3aBUCUMOCTH OT IapaMeTPOB COCTOSHUSL.

BBenenue

Unrepec k mpocTeiM ciupTaM B cBepxkputrieckoM (CK) cocrosHun, pe3ko Bo3-
pocuinii B MocleIHAe 1Ba JECATUICTHS, BO MHOTOM O0YCJIOBIJICH MX OIPOMHOM NPaKTH-
YeCKOM 3HaYMMOCTBI0. HamOomnee MOMyNSpHBIM SIBISCTCS METAHOJN: B CBEPXKPHUTHYC-
CKOM COCTOSIHHH OH IIUPOKO HCIIOJIB3YETCSl B POJIM PACTBOPUTEIICH, PEarcHTOB U KaTa-
nm3aTopoB. [1omoOHBII HHTEpEC CBs3aH, MPEXKIC BCETO, C MEPCICKTUBAMY ero MPaKTH-
YeCKOro NPUMEHEHHUs B KadecTBe ajbrepHaTuBHOr0 CK-Boze pacTBopHTENsi, KOTOPBIN
NPOSIBIISIET BBICOKYIO PACTBOPSIONIYIO CIIOCOOHOCTH 110 OTHOILIEHHUIO K HIMPOKOMY Kilac-
Cy COeIMHEHUI U NPU 3TOM MEHEee arpecCHBEH K armnaparype u o0nanaer 6onee HU3KH-
MH KPHUTHYECKHMHU MTapaMeTpaMH.

Crpyktypa Metanona B CK-cocTossHuu HEOJAHOKpATHO OblIa 0OBEKTOM HCCIIE0-
BaHHWH Pa3IUYHBIX HKCIEPHUMEHTAIBHBIX METOJOB: SIEPHOTO MAarHUTHOTO PE30HAHCa,
nadppakpacuoii (MK) m Paman-cmekrpockonmm. MaremaTmdeckas o0pa0OOTKa CIEK-
TPaJIbHBIX JaHHBIX IT03BOJIMJIA C BBHICOKOW CTENEHBIO IOCTOBEPHOCTH ONPEACIUTEH PN
CTPYKTYpHBIX XapakrtepucTiuk CK-MeTaHoa: CTENEHb BOIOPOIHOTO CBS3BIBAHUS, JOJIH
CBSI3aHHBIX MOJICKYJ U T. 1. OHAKO €IUHCTBEHHBIM MPSAMBIM HCTOYHHKOM JCTANTbHOM
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uH(OpMaLUK O MOJIEKYJISIPHON CTPYKTYpE U MUKPOAMHAMUKE (IIIOUIA CITYKAT METOJIBI
YHUCICHHOTO MozenupoBaHusA. C HX MOMOIIBIO MOXHO MOJYYUTh MPOCTPAHCTBEHHO-
BpPEMEHHBIE TTapaMeTpPhl, HEAOCTYIHBIE M3 (PU3NIECKOTO SKCIEPHMEHTA.

OyHKIUHN paguansHoro pacnpeaeieHus (PPP) — xapakrepucTuka, B MOJTHONH Me-
pe oTpakarolias 3aBUCUMOCTb 0000IIEHHOH CTPYKTYPHI (UIIOMIA OT MEKMOJICKYJISIPHO-
TO paccTosHUA. B ycpenHeHHOM BHE B HUX 3aJI0KEHA B MH(OpMAanus 0 TPaeKTOPHAX
JBIDKCHUS KaXKI0HW OTACTHHON YaCTHIIBI, a TAK)KE 000 BCEX BO3MOXKHBIX MOJIEKYIISIPHBIX
koH(purypanmsax. Ilostomy koppektHoe BocmpomsBenenne OPP odens BaxHO mpm
OLICHKE Tpe/ICKa3aTeIbHON CITOCOOHOCTH JII000TO METO/1a MOJEITMPOBAHHSI.

OkcrepumenTanbHo HatineHHele PP CK-MeTaHona BmepBele OBLTH ITOTyYSHBI
B 2000 r. nmocpencrBom 00paboTku MetogoM Monte-Kapio (MK) mapiuanbHbIX CTpYyK-
TYPHBIX ()aKTOPOB, TMOJYYCHHBIX METOAOM AM(pakuuu HEHTpOHOB [1]. DkcrepruMeHT
NpOBOAMIICS B Tpex Toukax (a3zoBoit amarpammel: npu I'=475K, P =737 Mlla,
p=0,700 r/em’ (cyOkputHueckoe coctosHHE), mpu =526 K, P=117,7 Mlla,
p=0,700 r/cM’ (BBICOKOIUIOTHBI CBepXKpUTHUeCcKHil ¢uronn) u mpu I'=526 K,
P=14,3 MIIa, p = 0,453 r/cM’ (HU3KOIIOTHBII CBEPXKPUTHUCCKHIT (ITIONT).

Kax BbIsicHUIIOCE, SKCIIEpUMEHTaNIbHBIE aTOM-aTOMHBIe DPP [1] cymecTBeHHO OT-
JMYAIOTCST OT PACCUUTAHHBIX paHee METOIOM MoeKyisipHoi muaamuku (M) [2, 3].
[To3mHee mccienoBaTeny HEOAHOKPATHO OOpAIANMCh K MOJACIMUPOBAHUIO CTPYKTYPHI
CK-Mmetanona, Ho ®PP Obutn paccuuTaHbl TOJBKO B paboTe [4], U UX OTIMYHE OT IKC-
MePUMEHTAIbHBIX 0Ka3aJIOCh CTOJIb )K€ CYIIIECTBEHHO.

Takum 00pa3om, HECMOTpPsI Ha 3HAYUTEILHOE KOJIMYECTBO ITyONMKAIMi, B KOTO-
PBIX paccMaTpHUBAIOTCS CTPYKTYpHbIe Xapakrtepuctuku CK-MeraHona, u Ha pa3HOCTO-
POHHOCTH METOJIOB UccienoBanus, uHpopmaruu o ero ®PP ouens HemHoro. [Ipn 3TOM
MEXIy SKCIEPUMEHTAIbHBIMH M TOJTYYEHHBIMH B UYHCIEHHOM MojenupoBanuu OPP
CyIIeCTBYIOT pacxoxacHus. Jlanaeie mo ®PP meraHona mpu CTaHAApTHBIX YCIOBHSIX
(c.y.) T=298K, P=0,1 MIla, HamipoTuB, OOIIMPHBEI, B HUX IOCTOSHHO BHOCSITCS
yrouHeHus [2, 3, 5], u pacuerasie ®PP oueHp OIM3KO BOCHPOHM3BOIAT IKCIICPHMEH-
tanbHbIE [6] (pHC. 1).

UroOBl IPOBEPUTH, B KAKOW MEpe YMCIEHHOE MOIEIMPOBAHNE CIOCOOHO BOCIPO-
W3BECTH 3KcrepuMeHTaabHble @PP MeTaHona mpu HOpMaJbHBIX [6] U CBEPXKpHUTHUE-
ckux [1] ycrmoBusix, MBI IPOBENIM COOCTBEHHBIN HE3aBUCHUMBIN pacdeT ¢ UCIOJIb30BaHHU-
€M JIBYX METOJIOB: KJIACCHUYECKOI MOJIEKYJISIDHOM ITUHAMUKH M HEAMIUPUUECKOU MOJIe-
kyssipHoit nunamuku Kapa—ITapunenno (KITM) mis Tex ke mapaMeTpoB COCTOSTHUSL.

Jerasmn MoaeMpoBaHus

MonemmpoBanue kraccrmdeckoir MJ1 BeimonHeHO B NV T-aHcamOI1e ¢ MCIob30Ba-
HueM mnporpamMmHoro makera GROMACS 4.5.4 B NOJIHOATOMHOM CHJIOBOM IOJIE
OPLS-AA, B xyOu4eckoil srueiike ¢ MEepHOANICCKIMH TPAaHMYHBIMH YCIOBUSMH, CO-
nepxamiet 216 monekyn meranosa. [lociie BbIXOJa CUCTEMBI Ha PaBHOBECHE MPOAOJ-
JKUTEIBHOCTh MOIeIupoBaHus coctanisiia 200 mc ¢ marom uHterpuposanus 0,5 de.

Meton neammnupudeckoit KIIMJI 6but peann3oBaH B paMKax IakeTa IpOTrpaMM
CPMD [11]. Pacuer mpoBoamics B TeueHue 15 nc B kaHoHHdeckoM NVT-ancamOe.
B xyOuyeckyro siueiiky ¢ mepHoIuuecKMMU TPAHUYHBIMH YCIOBUSMHU OBUTH 3aKITIOYEHBI
32 monekyasl Metanosna. Opouranu Kona—Illema packiaabiBaiuch B 0a3uce MIOCKUX
BOJIH ¢ 2Heprueil oOpeiBa 25 Ry. s ommcaHus 3IEKTPOH-HOHHBIX B3aUMOACHCTBUI
HCIIONIB30BAJICS yIABTPAMATKUHN TICEBAONOTEHNNAN Bannepounbra ¢ 00MEHHO-KOppes-
nuoHHBIM (yHKIHOHaoM BLYP. ®dukTuBHas Macca 3JIeKTpoHOB cocTaBisuia 400 a.e.
[lar naTErpUpOBaHUS OBLT IPUHAT PAaBHBIM 7 a.€., 4TO COOTBETCTBYET ~ 0,69 dc.
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O6cy:xneHue pe3yabTaToB

Ha pucynkax 1-4 conocraBnensl ®PP mertaHona, paccuutaHHble I H. Y. U TeX
JKE TOUEK CyO- U CBEPXKPUTHYECKOH obsacTh (ha30BOi TUarpaMMbl, B KOTOPBIX MPOBO-
nuiics okcnepuMeHT [1]. PucyHok 1 HarmsiiHO WILTIOCTPUPYET BBICOKYIO CTENEHb TOY-
HOCTH, ¢ KOTOPO} MeTOIBI YUCICHHOTO MOJICNUPOBaHUS (KpHUBBIE 4—/2) BOCIPOU3BOIAT
JKcrepuMeHTalbHbie (KpuBbie [—3) ®PP Meranona mpu c.y. [lojgoxkeHns OCHOBHBIX
MIIKOB COBIAJAIOT, KAK U UX B3aUMHBIC COOTHOIIEHUS IO BeIcOTe. B abCOMIOTHBIX 3Ha-
YEHUSIX BBICOT IUKOB M TIIyOMHBI MHHUMYMOB HaOIIOAAIOTCS PACXOXKACHHS, HO OHH
He3HaynTesnbHbl. PacuerHeie @PP oTiangaioTcs oT SKCIIEpHMEHTANbHBIX HE Oosiee yeM
camu sKcriepuMeHTanbHble PP (momydeHHble mocpeacTBoM 00pabOTKH SKCIIEPUMEH-
TalbHBIX JaHHBIX Pa3HBIMM METOAAMHU YHUCIEHHOTO MOJAEIHPOBAHUSA, CM. IOIINUCH
K pHC. 1) OTIIMYaroTCs APYT OT IpyTa.

OxcnepumenTtanbabie OPP [1] (cM. puc. 2—4) npu nepexojie B Cy0- U CBEPXKPUTH-
YECKOE COCTOSIHHE M3MCEHSIOTCS, 10 CPABHEHUIO C H. Y., IPUUEM Hauboee BBHIpaKCHHBIC
W3MEHEHHS HaOMI0OAAI0TCsI TP HU3KOH IIOTHOCTH (cM. puc. 3). Ha Bcex aToM-aTOMHBIX
(GYHKIMAX, 32 UCKIIIOYEHHEM gyuy(7), HAMHOTO YMEHBIIAIOTCS BBICOTA MEPBOTO MAKCH-
MyMa U TJIyOMHa MepBOro MUHUMYMa, a Ha gcp(7) MEpBBIN MUK BOOOIIE PeAyLHUPYETCs
B tiedo. Ha gyy(») mepBbIif MUK, HAIIPOTUB, YBEJIWIUBAETCS, @ IPU HU3KOH IIOTHOCTH
(cM. prc. 3) — Golee geM B 2 pasa, 10 CpaBHEHHIO ¢ H.y. Tarke mpn p = 0,453 r/cm’
BTOpPOH NMHK Ha gou(7) yBEIHMUMBAETCS HACTOJBKO, YTO CTAHOBHUTICA BBIIIE IEPBOTO.
Otnuure Mexry @PP npu BeICOKOH IIOTHOCTH M NPH H. y. HE TaK 3HAYUTEIHHO, U Iie-
pexon u3 cy0- B CBEPXKPUTHIECKOE COCTOSIHUE TIpH mocTostHHON p = 0,700 r/cM’ oueHb
Maso Bausier Ha OPP (cwm. puc. 2, 4).

UrcneHHoe MOJICTMPOBaHUE MOKa3bIBaeT UHYIO KapTuHy. PacuetHsie ®PP (cm. mon-
MHUCH K pUc. 1—4) ¢ pocTOM TeMIepaTyphl ¥ JaBJICHUS MEHSIOTCS MHA4e, YeM SKCIepH-
meHTanbHBIe PP Conepa—Smaryun (cMm. puc. 1-4, kpussle /). Ecim Ha goo(7) [1] Tep-
BBIH MUK HE TOJIBKO YMEHBIIIAETCS 110 BBICOTE, 10 CPAaBHEHHUIO C H. Y., HO M pacuIupseTcs
B CTOPOHY OOJBIINX PACCTOSHMI (BTOPOIl ITMK, COOTBETCTBEHHO, CABHUTACTCS BIPABO),
TO Ha goo(7), MOJyYECHHBIX B YUCICHHOM MOJEIUPOBAHUH, CMELICHUS HET, — MEHACTCS
TONBKO BhIcOTa THKOB. Ha pacuetHsix ®PP OH B cy0- 11 CBepXKPUTHUECKIX COCTOSHU-
X HEPBBIM MUK CTAHOBUTCSA HIXKE, HO BTOPOHW TIPU TOM OCTA€TCsS TAKHM K€, KaK U
npH H. y., a Ha ®PP OH [1] oqHOBpeMeHHO ¢ MOHMXEHHUEM MEPBOTO MHKa MPOUCXOIUT
YBEJIMYCHUE BTOPOT0. AHAJIOTUYHO BenyT ce0st gco(7), C TOM pa3HMILEH, 4TO BTOPOH MHK
Ha SKCHEPHMEHTANBHBIX (YHKIHUSIX HE TONBKO YBEIHMYMBACTCS, HO M CIMBACTCS TIPH
9TOM C TEPBBIM, PEAYLUPYSCh B IIEY0, — Ha PACUYETHHIX ITOr0 HE HAOJIONAETCS.
Xapakrep uzmenenus: pacuetHoix ®PP HH npotuBOmonioxeH skcnepUMEHTANbHBIM:
TICPBBIN MUK HE YBEIWIHBACTCS, A, HAIIPOTHUB, yMeHbIIaeTcs. OOIie TEHACHINH B T10-
BeJIeHUH Zcc(7) U gcu(r) CXOKH, Pa3Iuyusi COCTOST JUIb B TOM, YTO TIMKK Ha pacyer-
HBIX (QYHKIUSIX HUKE, YeM Ha IKCIEPHUMEHTAIBHBIX, @ MMOJIOKEHHS WX HE3HAYUTEILHO
OTIMYAIOTCS.

Urak, mexxny OPP cy0- U CBEpXKPUTHYECKOTO METAaHOJa, PACCYMTAHHBIMH B KOM-
MBIOTEPHOM SKCIEPUMEHTE U MOyYCHHBIMH U3 IKCIICPUMEHTANBHBIX JAHHBIX, CYIIECT-
BYET psii NpuHUMNUanbHbIX pasnuuuil. Hu metonq ML, au meton KIIM/I He Bocmpous-
BOJAT PE3yNbTaTOB AKCHEpUMEHTOB (cM. puc. 2—4). C apyroit ctoponsl, Mmexay OPP,
paccUnTaHHBIMK C HCIIOJIB30BAHUEM PA3HBIX METOJOB MOJICIHPOBAHUS, HAOIIOAAIOTCS
JMIIb HE3HAYUTENBHBIE KOJMYECTBEHHBIE pacXoxkaAcHs. Ha pucyHke 3, moMuUMO JaHHBIX
COOCTBEHHBIX pacyeToB, NpuBeleHbl Takxke OPP, monydeHHble qpyruMu aBTopamMu mpu
napaMeTpax COCTOSHU, ONMM3KUX K paccMaTpuBaeMoii Touke (7'=526 K; P = 14,3 Mlla;
p=0,453 r/em’). Kak MoxHO Bujets, Bce OPP, TIOJIyYE€HHBIE B YHCIEHHOM MOJEIHPO-
BaHUH, OJTHOTHUITHEI.
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Wrak, MBI NOXYYWIN NOATBEPKACHUE TOrO, YTO YHMCIEHHOE MOJEIHPOBAHHUE HeE-
criocobHo BocmpousBectu DPP cepxkputndeckoro meranona [1] — eTUHCTBEHHBIE
M3BeCTHBIE dKcriepuMeHTanbHble OPP — maxke Ha kagecTBeHHOM ypoBHe. B Tabmuie
MpEeCTaBICHBI CpelHee YHUCIO nyp BOJOPOHBIX cBs3eit (BC) Ha MoJekyily U CTeleHb
BOJOPOJIHOTO CBSI3bIBAHUS
T P)= nHB(T ,P )
nHB( s )_ s
nHB(298 K, 0,1 MHa)

paccuMTaHHBIE C TMOMOINBIO HHTErpupoBaHus gou(r) MJ n KIIMJI Ha unTepBaie
[0; 2,4] A (cormacHO KPUTEPHIO BOAOPOIHON CBSI3U rop < 3,4 A, ron<2.4 A). Omnu co-
MIOCTABJIEHBI C 71y, MoyydeHHBIME ComnepomM—SMaryun npu uHTerpupoanuu ux OPP
¢ teM ke kpurepueMm BC [1]. Kak u cnenoBano oxunath, pacXoXISHUS 0Ka3aJuCh 3Ha-
YUTEIbHBIMH.

Ho cymecTBytoT SKCIepUMEHTANBHBIC JaHHBIE 0 cpefHeM uncie BC Ha Monekymy
U CTEIICHU BOJOPOJHOIO CBA3BIBAHMUS, [TOJIyYeHHbIE He TobKO U3 PP, HO u Henmocpen-
CTBEHHO U3 CHEKTPaJbHBIX AaHHBIX [9]. [To3TOMY MBI TONOIHUTENBHO paccuuTanu OPP
METaHOJIa B TPEX COCTOSHUSX (CM. TaOJHILy), A1l KOTOPBIX W3BECTHA SKCIIEPUMEHTAIb-
Hasl CTEeTIeHb BOJAOPOJHOTO CBSA3BIBAHUSA [9], BBIYUCINIM U3 HUX Ayp M Nyg U CPABHUIH
MMOTyYeHHBIC 3HA4YeHUs. Kak MOXHO BHICTh, PACCUMTAHHBIC HAMH Aiyg M Mpyp OYCHD
XOpOILIO corjacytorcst ¢ aaHHBIMH Xoddmana—Konpaau [9]. DTo cBUIETENBCTBYET
0 KOPPEKTHOCTH ITOTy4aeMbIX B YHCICHHOM MOACTHPOBAHUN YCPETHCHHBIX XapaKTepH-
CTHK BOJOPOJIHOTO CBSI3bIBaHHMS M (DYHKLMI paguanbHOrO pacrpeseieHus.. 3HaueHUs
nyp (Metog M) Heckonbko Oombie, ueM nyg (Meton KIIMJI) B cumy Toro, uto mep-
BBIN MUK Ha gou(#), MOTydaeMbIx MeToioM M/I, cucTeMaTHUeCKH BBIIIE MUKA Ha gou(7),
mormydaeMbix MetogoM KIIM/J (cM. puc. 1-4). [TomoGHOe ke sBIeHUE MBI HAOIIOIATH
npu Mozaenupoanuu OPP Bozabl B IMPOKOM MHTEpBaje TemIeparyp U aasieHuit [10].
OHO 00YCIIOBIIEHO MHOKECTBOM (DaKTOPOB, W OJHUM M3 ONPEACISIONINX SABIISICTCS Pa3-
Mep ancamO:1st (32 MoJekysl npu ucnoib3oBanuu Metoga KIIMJ u 216 — npu MT),
C KOTOPBIM HETIOCPEICTBEHHO CBs3aHA CTEICHb y4eTa BIUSHUS JalbHOICHCTBYIOIINX
Koppensanuid. BenuuuHs! nyg ¥ Nyp OBLIN paccuuTaHbl MeTogoM MJI He TOJBKO IMyTeM
WHTETPUPOBAHUS gop(7), HO TakKe W HAMpPSIMYI0 — IO COOTBETCTBHIO KpuTepmio BC,
B paMKax craHgapTtHoro nporpammuoro naketa GROMACS. TlonydeHHble 3HaYEHUS
ONMM3KH MEXIY CO00H (CM. TaOIHILY).

Cpennee yucyio BC Ha MoJieKyJly MeTaHOJIA yg U CTelleHb BOJOPOIHOT0
CBA3BIBAHUS Myp NPH Cy0- U CBEPXKPUTHYECKUX apaMeTpax COCTOSTHUS

T P o Ny MNuB nyg | MuB Ny MuB . Nus | Mg
K| Mila | oo |OSTMUL|GIML | ML | ML | ML | ol | e
WHT.) WHT.) | UHT.) | UHT.) |KpHTE.) |KpuTep.)

298( 0,110,787 | 1,86 1,00 | 1,85 1,00 1,85 1,00 L7, 1,00 -
b b b b b b b b 1’12 [2] b

475\ 73,710,700 | 1,18 | 0,63 |1,22]|0,66 | 1,19 | 0,64 |1,60 0,90 —
526| 14,3(0,453| 0,79 | 042 |0,82]0,44| 0,80 | 0,43 |1,00 0,56 0,42°
526(117,7 (0,700 | 1,12 | 0,60 |1,15]0,62 | 1,11 0,60 (1,60 0,90 —

573| 15,0(0,210| 0,33 | 0,18 [0,35]0,19| 0,33 | 0,18 - - 10,21
573| 20,0 ({0,346 | 0,48 | 0,26 [0,52]0,28| 0,50 | 0,27 - - 10,29
573| 35,0(0,488| 0,64 [ 0,34 |0,70]0,39| 0,67 [ 0,36 - - 10,37

" T=523K,P=15MIlla, p=0,477 r/em’.
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PacxoxaeHnuss MexJy pacueTHBIMH M 3KcrepuMeHTadbHbIMH OPP aBtopsr [1]
MPOKOMMEHTHPOBAJIH CIEIYIOIUM 00pa3oM: ¢ OXHOW CTOPOHBI, MX IPUYUHON ABIISAETCS
HECOBEPIICHCTBO METOJOB MOEIHPOBAHUSA, B YaCTHOCTH MOJEIHHOTO IOTEHIHMANA,
C IPYro#, — TO, 4TO NpU 00pabOTKE IKCIEPUMEHTAIBHBIX MapLHaIbHBIX CTPYKTYPHBIX
(akTOpOoB HEM30EXKHBI CHUCTEMATHUECKHE ONIMOKH, NAroIfe 3HAYNTEIbHBIA BKIIAI
B ®PP. B03MOXHOCTH METOJIOB YMCIEHHOTO MOJEIMPOBaHUA 3a 12 Jer, mpoueammx
¢ MOMeHTa IyOnukanuu [1], CyImecTBeHHO pacUIMpHINCh, OJHAKO, KaK MbI IOKa3ajH,
HUKAaKOTO MPUHIMIHAATBHOTO YCOBEPIICHCTBOBAHUS B ITaHe MojenuposaHus ®PP CK
METaHOJIa OCTUTHYTO He ObLI0. ABTOPHI [ 1] MMeNn BO3MOXKHOCTh CpaBHUTE cBou OPP
C JaHHBIMHU ABYX paboT: [2] (paccMoTpeHa 00yacTh 0oJice HU3KHX IUIOTHOCTEH) H [3]
(pu comocTaBUMEIX ¢ [3] mapameTpax cocTosHuUs). DyHKIMK paguaibHOTO pacrpese-
nenwns [3], a Takke Ooilee MO3THNE MaHHEBIC [4], MPUBEICHHI HA PHC. 3 B JOIOJHEHHE
K TIOJIy4eHHBIM HamM# (QyHKIusIM. Kak MOXHO BHIETh, Bce pacueTHble DPP oqHOTHUIIHEL
OTHOCHUTENBHO JXE€ CHCTEMAaTHYECKHX OIMIMOOK B mpoueaype oO0paboTku, 0OyciaBiH-
Baromux ocoboe nosenenne ®PP Meranomna, HY)KHO OTMETHUTD, YTO UX BKJIAJ CTAHOBHT-
Csl CTOJIb BECOMBIM TOJIBKO B CyO- M CBEPXKPHUTHYECKHX yCIOBHAX. IIpm HOpMalbHBIX
YCIOBHAX, KaK TOKa3aHO Ha pHC. |, pa3nuuuif B MOBEJCHUM IKCIEPUMEHTATBHBIX U
pacueTHbix ®PP He HaOmIOgaETCS.

JlaHHBIE HE3aBHCHMBIX METOJOB YHCICHHOTO MOJCIMPOBAHMS OYEHb OJNM3KH HE
TOJIBKO Ha KaYeCTBEHHOM YPOBHE, HO M B KOJMUECTBEHHBIX OIICHKAaX CTPYKTYPHBIX Xa-
PaKTEpPUCTUK CBEPXKPUTHUECKOTO MeTaHosa. [Ipn 3TOM OHM XOpOIIO COTIACYIOTCS
C 9KCIEPUMEHTAILHBIMH JTAaHHBIMH 00 M3MEHEHUH CTEIIEHH BOJOPOIHOTO CBSI3BIBAHMS
B CK-meTtaHoue ¢ TemnepaTypoii u gasienuem [10].
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The Structure of Supercritical Methanol
According to Classical Molecular Dynamics
and Method of Car—Parrinello
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Russian Academy of Sciences, Ivanovo (2);
vep@jisc-ras.ru

Key words and phrases: hydrogen bond; Car—Parrinello; methods of molecular
dynamics; Monte Carlo; radial distribution function; supercritical state.

Abstract: The calculation of radial distribution functions and the average number
of hydrogen bonds per molecule of methanol under normal, sub-and supercritical
conditions in terms of classical molecular dynamics and molecular dynamics of the
Car—Parrinello have been made. It is shown that independent modeling techniques give
similar results. In this case, the calculated function of the radial distribution is in good
agreement with experiment only at 7= 298 K, P = 0,1 MPa; while at high temperatures
and pressures there observed significant discrepancies with the experimental features
known from the literature. On the other hand, both modeling methods reproduce the
degree of hydrogen bonding in methanol and the change of the parameters depending on
the state very close to the experiment.

Struktur des iiberkinetiswchen Methanols
nach der klassischen Molekulardynamik
und der Methode von Car—Parrinello

Zusammenfassung: Es ist die Berechnung der Funktionen der radialen
Verteilung und der mittleren Zahl auf das Molekiil des Methanols bei den normalen,
sub- und iiberkritischen Bedingungen in den Rahmen der klassischen molekularen
Dynamik und der molekularen Dynamik von Car—Parrinello durchgefiihrt. Es ist
gezeigt, dass die unabhingigen Methoden der Modellierung die ndheren Resultate
geben. Dabei stehen die berechneten Funktionen der radialen Verteilung mit dem
Experiment nur bei 7’=298K, P=0,1 MPa in Einklang, und bei den hohen
Temperaturen und den Driicken warden die wesentlichen Unterschiede mit den aus der
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Literatur bekannten experimentellen Funktionen betrachtet. Andererseits reproduzieren
die beiden Methoden der Modellierung sehr nah zu dem Experiment den Grad der
Wasserstoffbindung im Methanol und seine Verdnderung je nach den Parametern des
Zustandes.

Structure du méthanol ultra-critique d’apres les données
de la dynamique moléculaire classique et la méthode de Car—Parrinello

Résumé: Est effectué le calcul des fonctions de la répartition radiale et du
nombre moyen des liens de I’hydrogene sur la molécule du méthanol lors des conditions
normales sous- et ultra-critiques dans le cadre de la dynamique moléculaire classique et
celle de Car—Parrinello. Est montré que les méthodes indépendantes du modélage
donnent de proches résultats. Avec cela les fonctions calculées de la répartition radiale
s’accordent bien avec un expériment seulement lors de 7=298 K, P=0,1 MPa et lors
de hautes températures et pressions sont observées les divergences considérables avec
les fonctions expérimentales connues a partir de la littéraure. De 1’autre coté, les deux
méthodes du modélage sont trés proches a I’expériment et reproduisent le degré du liage
hydrogénique dans le méthanol et son changement en fonction des paramétres de 1’état.

ABTOpBI: Adakymosa Huna Anexceesna — KaHIUAAT XUMHUECKUX HAYK, TOLEHT
kadenpel «Xumus», PT'BOY BIIO «TI'TY»; Oounyoséa Examepuna I'ennadvesna —
acriupanT yabopatopun «SIMP-criekTporpadus ¥ 4YHCICHHBIE METOABI HCCIEIOBaHUS
KUIKUX cuctem»; Ilempenxo Banenmuna Eeézenveena — xkananaat Gpu3nko-MaTeMaTH-
YeCKMX HayK, CTapIInii HAYYIHBIH COTpyIHUK aboparopuu «SIMP-cmekrporpadus u
YHCIICHHBIE METOMBI UCCIeN0BaHUA KUAKNX cuctem», ®PITBYH «MHCTUTYT XNMUM pac-
TBOpOB UM. I'.A. KpecroBa PAH», r. UBaHOBO.
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