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IIpumenenue cutoBoro nmojist ANI-2x ajst MoaeJIupoBaHust

oM eHUJICHCYIb(PUIa METOAOM KJIACCUYECKON MOJICKYJISIPHONA JTUHAMUKHA

JI. O. Bunses, /[. B. 3asvsn06

Boneoepaockuii cocyoapcmeennwiii mexHuueckuii ynugepcumem

AnHoTanus: B paGote nccienyercs NpuMEHUMOCTbh KOHKPETHOM MOJIENH CUJIOBBIX MOJIEH —
ANI-2X — x monmumepy nomudenmnercyabhumy. [lpuBoaurces mopsaaok NpoBeaEHHBIX ISHCTBHMA
U, B KAUECTBE PE3yJIbTAaTOB, CPAaBHUBACTCS pajuaibHasi (QyHKIMS pacrpeielieHnsi aTOMOB CephI B
CUCTEMaXx C pa3HbIMH TeMIIepaTypamH.

KawueBble caoBa: mnonupeHUICHCYIb(GUA, KIacCHYecKas MOJICKYIsIpHas JUHAMHUKA,
MallMHHOE OO0y4YeHHe, CUJIOBOE TMOJje, MOTEHIMAal, IOJUMEp, YUCICHHOE MOJAEIUPOBaHUE,
MO/IEITb.

BBenenue

3a mocneAHee JecATUIIETHE TpoOieMa BOCCTAHOBJIIEHUS MEXATOMHOIO
MOTEHIIMAJIa B KJIACCMYECKOW MoJekyinspHod sauHamuke (MJ]) mnomyunna
3HAQUYUTENBHBIM TOMYOK OJjarojaps MeETOJaM, OCHOBAaHHBIM Ha MAalIMHHOM
ooyuennu [1-3]. KoHcTpynpoBaHWE TaKMX CHJIOBBIX IIOJICH CTajl0 HOBBIM
HaIlpaBJIICHUEM HCCIEAOBAaHUM, CTABUIETO IMOMYJSIPHBIM B BBIYUCIUTEIBHOM
MaTepUaIOBEICHUH, BEIYUCIUTEIHLHON XUMUH, BEIYUCIUTEIHHON (U3HKE.

I[TomuMo Mogzenen, CO31aBaeMbIX MOJ KOHKPETHYK) CHUCTEMY, WM Y3KUHU
HaboOp cUCTEM, CO3JIAI0TCS Takke 0oJiee YHUBEpCAJIbHBIE MOJIEIN MOTEHIIMAJIOB.
OHu TpencTaBiAIOT BO3MOXXHOCTH MpoBoauTb M/ ropaszmo Oosee MIMPOKOro
criekTpa MoJieKyJsapHbIX cucteM. Hekoropeie u3 nux: ANI-2x [4], AIMNet2 [5]
PhysNet [6], TeaNet [7], SchNet [8]. Takxxe cyiecTByIOT U pa3pabaThIBAIOTCS
MPOrpaMMHBIE MaKeThl ¥ OMOTMOTEKU TSI MCTOJIB30BaHUS PA3IUYHBIX MOJIETeH

cuioBbix mosieii: OpenMM [9], Snap ML [10], TorchMD [11], TorchANI [12] u
IpyTue.

Cpenu opraHu4ecKuX COCIMHEHUI MPEACTaBIAIOT MHTEpPEC MoaumMepsl. M3-
3a CJIO)KHOM MOJIEKYJISIDHOW CTPYKTYpPhI, MOJEIMPOBAHUE HAXKE KIACCUYECKOMU
MOJICKYJISIDHOM JIWHAMUKOM TMIOJIUMEPOB SIBJISICTCSI KAaK MHUHHUMYM CIIOKHOMU

BBIUMCIUTEIbHON 3ajaduei. B CBI3M ¢ OSTUM, HCIIOJIb30BaHHUE MAaIIUMHHOTIO
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OOy4eHMs] JJii BOCCTAHOBJICHHUS TMOTEHLUAIOB B HCCJICIOBAHUM HX CBOICTB,
HaIpalInBaeTCsl caMo COOOM.

YuuThiBasi aKTyaJIbHOCTh M MPEUMYIIECTBA IMOAXOJ0B, OCHOBAaHHBIX Ha
MalIMHHOM OOYYE€HHH, Mbl PEUIWIM MPOBEPUTH UX AJEKBATHOCTh B OTHOUICHUU
nosmmMepa. st aToro Mel mpoBeaéM Kiaccudeckyto M/ mommdenunencynbhuaa
(ITdC), monmmepa, 3BEHO KOTOPOTO COCTOMT M3 OCH30JILHOTO KOJbIlA H

COCIMHEHHOTO C HUM aTtoMa cepsbl (puc. 1).
[ j | E ]\ /O/ | [ 1
S S
Puc. 1. — Yetsipe 3BeHa nenu [1OC

IopsiioK BHINOJTHEHUSI
IlepBasi yacTh pabOTHI MPOBOJUTCSA C HCIOJIb30BaHHEeM Iakera RadonPy
[13]. IlepBbiM nmenom HeoOxomumo 3amath (Gopmyny SMILES, mna IIOC ona
BRINJISAUT Tak: "*clcce(S*)ccl". 3BE3moukn 0003HAYAIOT TOYKH COCIMHEHUS C
cocennumu 3BeHbsiMH Tienu. Ctpoka SMILES nockutaercs B GyHKIMIO CO3MaHUS

o0bekTa Mol, mociie yero mpou3BOAUTCS MOMCK KOH(GOpMAIHH (CTPYKTYPHI).

from radonpy.core import utils
from radonpy.sim import gm
from radonpy.ff.gaff2_mod import GAFF2_mod

smiles = '*clccc(S*)ccl'

ff = GAFF2_mod()

mol = utils.mol from_smiles(smiles)

mol, energy = gm.conformation_search(mol, ff=ff, work_dir=work_dir,

psi4_omp=omp_psi4, mpi=mpi, omp=omp, memory=mem, log name='monomerl')

3aTeM PaCCUHUTBIBAIOTCA OJICKTPOHHBIC CBOWCTBA 3BE€HA [mojmmMcepa H
KOHEYHOTO y37a. KOHEUHbIN y3€l — 3TO TO, YEM 3aKpOETCs MepBas U MOCIEIHSA
TOYKM COCIMHEHHMS B LieNU noiauMepa. KoHeuHbIN y3en 3aaéTcsl TaKKe CTPOKOM

SMILES u B nanHom ciyuae BeiOpan "*C".
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gm.assign_charges(mol, charge='RESP', opt=False, work_dir=work_dir,
omp=omp_psi4, memory=mem, log name='monomerl')

gm_data = gm.sp_prop(mol, opt=False, work dir=work_dir, omp=omp psi4,
memory=mem, log_name='monomerl")

polar_data = gm.polarizability(mol, opt=False, work_dir=work_dir,
omp=omp_psi4, memory=mem, log name='monomerl')

ter_smiles = "*C'

ter = utils.mol_from_smiles(ter_smiles)

gm.assign_charges(ter, charge='RESP', opt=True, work_dir=work_dir,
omp=omp_psi4, memory=mem, log name='terl')

Crnenyroomum 3TarnoM CTOUT cOo3laHue nonuMmepHor nenu. Coszmaércs uems,
cocrosimass u3 1000 3BenweB. Ilocne dvero, moaMMepHOM LENU IMPUCBAUBACTCS

cuitoBoe moste GAFF2_mod.

from radonpy.core import poly

dp = poly.calc_n_from_num_atoms(mol, 1000, terminall=ter)

homopoly = poly.polymerize rw(mol, dp, tacticity='atactic')
homopoly = poly.terminate_rw(homopoly, ter)
result = ff.ff_assign(homopoly)

Hanee, reHepupyeTcsi 001acTh CUMYJISLIMY, COAEpIKAIllas HECKOJIBKO IIETEH,
CO3JaHHBIX paHee. Mbl BbIOpasin 00macTh, cogepxkamyo 10 moaumMepHbIX

LIEMoYeK, ¢ IoTHOCTRLIO 0,05.

ac = poly.amorphous_cell(homopoly, 10, density=0.05)

3aKkIIOUUTECIBHBEIM ~ ATAallOM B JTOM YacTH  SIBIACTCS TpéXBTaHHOC

YPaBHOBEIIMBAHUE U MPOBEPKA PEIIAKCALIUH.

egmd = eq.EQ21step(ac, work_dir=work_dir)

ac = eqgmd.exec(temp=temp, press=1.0, mpi=mpi, omp=omp, gpu=gpu)
analy = eqmd.analyze()

prop_data = analy.get_all prop(temp=temp, press=1.0, save=True)
result = analy.check_eq()

Ecnu mpoBepka penakcaiuu mpoBaji€Ha, TO 3allyCKAeTCsl JAOMOJHUTEIBHOE
ypaBHOBelnBaHue: noBropeHue 110 4 paz NpT cumyssiiuu Ha S He nipu 300 K u 1

atMocdepe.

for i in range(4):
if result: break
egmd = eq.Additional(ac, work_dir=work_dir)
ac = eqgmd.exec(temp=temp, press=press, mpi=mpi, omp=omp, gpu=gpu)
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analy = eqmd.analyze()
prop_data = analy.get_all prop(temp=temp, press=press, save=True)
result = analy.check_eq()

Bropoii yactbio paboTsl siBIsieTcss mpoBeaeHue MJl ¢ HCob30BaHHEM
naketa OpenMM-torch — mnaruna s OpenMM [9]. 3necs OyneT ucnoib30BaHa
mosenb noreHnuanoB ANI-2X [4]. PasBuBas cBoro mpeabiayinyo moaenb [14],
aBTOPBI peanu3oBaiu momaepxkky cemu anementoB: H, C, N, O, F, Cl, S. Ilo
CPaBHCHHMIO C TMPOBEPEHHBIMH MeETOJaMH KBaHTOBOW MmexaHuku, ANI-2X
MOKa3bIBAE€T TOYHOCTH, aHajoruunyto DFT (Teopust yHKIIMOHANA TIOTHOCTH).

s ucnoas3zoBanust OpenMM neobxoaumo aBa BxomHbIX (aitma: .pdb
daiin, comepkamuii Ha3BaHUS ATOMOB, KOOPIMHATHI aTOMOB, BHJIBI aTOMOB, HOMEP
3BeHa; XMl Qaiin cutoBOro moss, copepKallyii CBsI3U aTOMOB B TIOBTOPSIFOIIICMCS
3B€HC M B KOHCUHBIX Yy3imax. [lepBeiii ¢aitn co3mgaéres BHyTpu RadonPy c
TIOMOIIIEI0 BCTPOCHHOHN (yHKIMu koHBeptranmu Mol-oobekra B .pdb daiim —
utils.MolToPDBFile(). TIlonyueHusiit ¢aitn  GopmMatupyeTcs ¢  HOMOIIBIO
PYKOIIMCHOM MporpaMMbl TakK, 4TOOBI B OJHOM 3BEHE HE OBLJIO OJWHAKOBBIX
Ha3BaHUH aTOMOB. FIMeHa aTOMOB BBIOpaHBI MPOU3BOJIBLHEIM 00pPa3oM.

Bropoii (haiin co3maérest apyroit pykonucHo# nporpammoii u3 .pdb ¢aiina.

Coznmannbie (aiimel 3arpyxatorcs B OpenMM, m co3maérest cucrtema,
Ha3BaHHas "pPPS", Ha ocHoBe Tomosioruu .pdb ¢aiina. Taxke uz .pdb ¢aiina

HUB3JICKACTCA CIIMCOK aTOMHBIX YHCCII.

from openmm.app import PDBFile, ForceField

pdb = PDBFile('333K_edited.pdb")

ff = ForceField('fakeff.xml")

pps = ff.createSystem(pdb.topology)

atomic_numbers = [atom.element.atomic_number for atom in pdb.topology.atoms()]

3areM co3maércs Kiace MOTeHHIWanoB ¢ momornbio  TOrchANI [12].

Boi6pannyto moaens ANI-2X moxkHo yckoputh ¢ momotibio makera NNPOpS.

import torch as pt
from torchani.models import ANI2x
from NNPOps import OptimizedTorchANI
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class NNP(pt.nn.Module):

def init_ (self, atomic_numbers):
super().__init_ ()
self.atomic_numbers = pt.tensor(atomic_numbers).unsqueeze(0)
self.model = ANI2x(periodic_table_index=True)
self.model = OptimizedTorchANI(self.model, self.atomic_numbers)

def forward(self, positions):
positions = positions.unsqueeze(@).float() * 10 # nm --> A
result = self.model((self.atomic_numbers, positions))
energy = result.energies[@] * 2625.5 # Hartree --> kJ/mol
return energy

nnp = NNP(atomic_numbers)
Co3naHHass MoJeib MOTEHLHMAIOB cOXpaHATca B (aitn. B mocnemyrommx
MOJEJIMPOBAHUAX 1Iar CO3/1aHUs MOTEHIIMAJIA OIIyCKAETCs, IOCKOJIBKY MOJEIb YXKE

roToBa.

pt.jit.script(nnp).save( 'model.pt")
Coxpan€HHasi MOJIeIb CHIJIOBOTO TOJISI 3arpysaetcsi ¢ momoiisio OpenMM-

torch u mo0GaBiseTcs B CO3/1aHHYIO B Havajie cucreMy "pps”.

from openmmtorch import TorchForce

force = TorchForce('model.pt")
pps.addForce(force)

CJ'IGILYIOHII/IM maroM ABJIACTCA IMMOATIOTOBKA CUMYIIAIIHNH. ChHauaia COBI[aéTCSI

MHTErpaTop, B HallleM ciiy4ae, uHTerpatop JlanxeseHa.

import sys

from openmm import LangevinMiddleIntegrator, Platform
from openmm.app import Simulation, StateDataReporter
from openmm.unit import kelvin, picosecond, femtosecond

temperature = 333 * kelvin
frictionCoeff = 1 / picosecond

timeStep = 1 * femtosecond
integrator = LangevinMiddleIntegrator(temperature, frictionCoeff, timeStep)

[Toce »aroro 3amaércs CUMYJALUA € NO3ULUAMHU, CKOPOCTSIMH U

UHTErPATOPOM.

simulation = Simulation(pdb.topology, pps, integrator)
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simulation.context.setPositions(pdb.positions)

3aKIIIOYNTENILHBIM IIIaTOM  SIBJISICTCS 34llyCK CUMYJIIUKW Ha KOJUYCCTBO

11aroB, yKa3aHHbIX B MHTETpaTope. 3/ech ISl BCEX CUMYIISIIUI Mbl BbiOpanu 100

mic (100000 dc).

simulation.step(100000)

Pe3yabTarhl MOAETUPOBAHUS

Ilo pesynbratam monenupoBanus s temmeparyp 333 K, 353 K u 373 K
ObLTM TONy4YeHbl aiapl C JamMIaMd TPAEKTOPUH, 1O KOTOPHIM MOKHO
IPOU3BOANTH PACUYETHl HEKOTOPBIX TEIJIOBBIX CBOWCTB CHUCTEMBI. Temmeparypbl
MOJENUpPOBaHUsl ObUIM BbIOpaHBI B paliOHE SKCHEPUMEHTAIBHONW TOYKHU
CTEKJIOBAHUS MOJIUMEpPA C TE€M, YTOOBI MPOBEPUTH MpUMEHUMOCTh moist ANI-2X ¢
MOMOILBIO aHAJIW3a TOBEACHHS MOJIETU IPU MEPEX0JIe Yepe3 TOUKY CTEKJIOBAHUS.
CamMoll IpOCTON XapaKTEPUCTUKOM, U3MEHSIOUIECICS NPU CTEKJIOBAHUU, SIBISECTCS
yIeIbHBIA 00BEM (MJIM, YTO MO CYTH TOKE CaMo€, INIOTHOCTh) cucTeMbl. OOBIYHO
MOJIMMEPBl TPU TEMIEpaTypax BbILIE TEMIEPaTyphl CTEKJIOBAHUS HAXOIATCA B
MJJACTUYHOM COCTOSIHUM, a MPHU TEMIIEpATypax HUKE TEMIIEPATYpPbl CTEKJIIOBAHUS —
B TBEPAOM. M MIOTHOCTH B IJIACTUYHOM COCTOSTHUM MEHBLIE, ueM B TBEpAOM. Ecin
nosie ANI-2X mpuemieMo ommchIBaeT B3aMMOJCWCTBHE aTOMOB B TOJHMMEpE, TO
TaKoe K€ MOBEICHUE NPU MEPEeXoJie Yepe3 TOUKY CTEKJIOBaHUS JOIKHO ObITh U
PU MOJIETTUPOBAHHH.

Tak kak mpu MOJAEIMPOBAHMM HCMOJIb30BajJach OJHA U Ta K€ CHCTEMA
(MEHSUTUCH TOJIBKO TEMIIEpaTyphl), TO €€ Macca HE MEHsJIach. 3HAYUT, TOCTATOYHO
IPOCIEANTh, KaKk MeHsieTCd 00bEM CUCTEMBI — OH JOJKEH PACTH MPHU MOBBILICHUN
TeMIiepaTypbl. B kadecTBe KpuTepus IJisi OIICHKU MOBEICHUS 00bEMa MBI PEITUIH
B3ITh pajnaibHyto GyHknuto pacnpezneneuus (POP) [15] atomoB cephl, a He cam
HEIMOCPEJICTBEHHO O0BEM CHUCTEMBI, TaK KaK KOPPEKTHO MOCYHUTATh OOBEM IS
KITyOKa TIOJIMMEPHBIX MOJICKYJT HE SBJISIETCS TAaKOM JK€ TPUBUAILHOM 3aj7aueid, Kak

AJIs1 OJHOPOAHBIX MaTCpHUalioB, COCTOAINNX M3 HEOOJIBIITNX MOJICKYJI.
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P®P onpenenser BEpOATHOCTb OOHAPYKEHUSI YACTHUIbI HA PACCTOSSTHUU T OT

JpYTroi, MeueHOM yacTulibl. 3anaércst GopMyIIoii:

dn, dn,
g@r) = ~ ,
dV,-p A4Amr?dr-p
rie dn, — KOJIMYECTBO dYacTulil B cdepuueckoit 000JI0YKe TONIMMHOW dr,

dV,. =~ 4nr?dr — 06BEM 000JI0YKH, P — CPEIHSS TUIOTHOCTH BCEH CUCTEMBI.
T
Pamunanpuas (yHKOMS pacnpefeieHusT aToOMOB CEphl, IOJyYCHHAs TI0
pesynbTaTam moaenuposanus g remiepatyp 333 K, 353 K u 373 K, uzobpaxena

Ha puc. 2.
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Puc. 2. — POP atomoB cepbl

N3 pucyHka BUJIHO, YTO C POCTOM TEMIIEpaTyphl BCE OOJIbIIAs YaCTh aTOMOB
pacrnosiaraercsi Ha OOJBUINX PACCTOSIHUSAX JPYT OT JIPYyra, TO €CThb 00bEM JOJHKEH
pactu. Takum 006pa3oM MOXKHO YTBEpXkKIaTh, uTO kKauecTBeHHO mosie ANI-2X BepHO
OMKCHIBAET CUTYAlMIO MPU MEPEXO0Jie Yepe3 TeMmIeparypy crekioBaHus. [ns eé
KOJIMYECTBEHHOTO OIPEACICHHUs] MO PE3yJbTaTaM MOJICIUPOBAHUS HEOOXO0UM,
HafpuMep, pacu€r TEMIOEMKOCTH B 3aBUCHMOCTH OT TeMIIeparyphl (Tak
Ha3bIBAEMbI KAJIOPUMETPUUYECKUN METOM), YTO TpeOyeT OOJBIIOro KOJIMYECTBa

BBIYHCIIUTEILHBIX PECYPCOB U OYIET MPOAOIKEHUEM ITOU PaOOTHI.
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