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Ilesb padoOTHI:

BBITIOJIHATE OIIEHKY OCHOBHBIX KHHETUYECKUX XapAKTEPUCTUK
POoIIECCa CTPYKTYPHOTO YIIOPSAAOUYCHUS
B aMOP(HBIX NEPEOXITAKICHHBIX KUIKOCTIX

3agaumn:

@ Kakum o00pa3oM MOKHO BBIIBUTh O4Yard (WId  3apOJIBIIIH)
(hopMUPYIOMIEHCS KPUCTANIMYECKON (Pa3bl B CTEKOJIBHBIX CHUCTEMax
(B TOM 4MCIIE ¥ KPUTHIECKOTO pa3mepa)?

@ Kak BBITIOJIHUTH YHCJICHHYIO OLICHKY IMapaMeTPOB,
XapAKTEPU3YIOMIMX  KUHETUKY  IIpoIecca  KPUCTAIMYECKOU
HYKJICAIMH B CTEKJIAX MPU TIyOOKUX MEPEOXTAKICHUAX ?

(CKOpOCTB CTallMOHApPHOT O 3ap0n51meo6pa3OBaHH;1, CKOPOCTD IPUCTCTUBAHUA, .. )

byayT npemiokeHbl OpUTMHAIBHBIE METO/IbI, TTO3BOJISIIOIINE BBITTOJIHUTH
YUCJICHHBIE PACUEThI YEPE3 KOMITBIOTEPHOE MOJICITMPOBAHUE
aTOMapHoOI/MoJieKyJsspHO# quHaMuku (M/]).



M/l MmogeanpoBaHue Mpouecca KPUCTALINYECKON HYKJIeauu

PaCCManI/IBaIOTCH ABEC Pa3s/iMIHbIC MOACJIbHbIC CUCTCMbI .

1. OgnoxoMnoHeHTHas cuctema /Dcyzymosa (Dz):

c

Ur)/ e=A0"" - B) exp( d bj@(b—r*)

*
y —

)@(a —r)+B exp(

*
r —a

Hapamerpot: 1* =r/c, A=582,B=128, m=16,a=1.87,b=194,c=1.1,d =0.27

2. JIByxkoMIioHeHTHas cucrema Jlennapo-/Iconca (bLJ), cocrosinas U3 4acTull
A (80%) u B (20%) Tuma;

12 6
o o
Ul (r)=de,|| —L| —| -2 a,p={4,B}
r r
IMapameTpsi: Egy =058, =6, +Epp, Oz =0.80,,,

ocz=(0,,+0y) 2,0, =lo,¢,, =l¢

J.S. Rowlinson, Liquid and Liquid Mixtures (Butterworths, London, 1969). M. Dzugutov, Phys. Rev. A 46, R2984 (1992).
A.V. Mokshin and B.N. Galimzyanov, J. Chem. Phys. 142, 104502 (2015).



M/l MmogeanpoBaHue Mpouecca KPUCTALINYECKON HYKJIeauu

PaBHoBecHbIe (pa3oBbie quarpamMmbl 18 Dz u bLJ-cucrem:

20 — \ - 30—
@ ()
CKOpOCTb i 23| !
OXJIAXKICHUS:; gl 1) ! T TBepmoe Temno
b el B S A ] lb 20t ,'
AT E : B meoe ! u
—=0.001¢ /(k,7) Teepjioe Teno ~ sl !
At Q" 10 L | ] Q" |
1 |
! JKunkocts 10! ! JKuakocts |
Dz ! bLJ !
5 1 .
2.9

0 05 1 15 2 25 0 05

5
T (e
IlapaMeTpbl CICTEMBI: ( /kB)
Dz: N =7000, p=0.860"", P=14¢/0°,T €[0.05,0.5]¢/k,, T, =1.51e/ky, T, ~0.65¢ / k,

I 15 2
T (e/kB)

bLJ: N =7000, p=120",P=17¢/0°,T €[0.01,0.3]¢/k,, T, =1.65¢ / ky,T, ~0.92¢/ k,

N - 9ucIo YacTHIl T - TeMiepaTypa CHCTEMBI
P - duciieHHas IIOTHOCTh T,, - TemmepaTypa IIaBICHHS
P - naBnenne T, - TemmepaTypa CTEKJIOBaHHS

(GZ[I/IHI/II_[I)I HN3MCPCHUA (1)I/I3I/I‘-IGCKI/IX BCJIMYUH IIPUBOAATCA B JICHHAPA-AKOHCOBCKHUX eI[I/IHI/II_IaX)

J.S. Rowlinson, Liquid and Liquid Mixtures (Butterworths, London, 1969). M. Dzugutov, Phys. Rev. A 46, R2984 (1992).



MexaHu3MbI KPUCTAJIINYECKOHU HYKJICAIUU

Ilepexon crekonbHOM CUCTEMBI B YIIOPAIOUEHHYIO KPUCTAIUUECKYIO a3y
MPOUCXOJUT Yepe3 00pa3oBaHuE 3apoAbIeh (WIN KJIACTEPOB).

CkopocTth (hazoBoro mnepexoga 3aBUCHUT OT
KOJIMYECTBA BO3HMKIIUX <GKH3HECITOCOOHBIX)

(@ 3apOJIbIIIEN, HA3BIBAEMBIX KPUTHYECKHUMM,

>
2
>
Q*

CIIOCOOHBIX IMPEOJI0JIETh TEPMOJIMHAMUYECKUI
HYKJIEAIMOHHBIN 0apbep.

N. - xpurndeckuil pasmep

ot/

T, - BpeMs OXKHJIaHUS

J ., - CKOPOCTb CTAlIHOHAPHOH HyKIICalnn
0 1 1

+
n/ n, g - CKOPOCTb IIPUCTETMBAaHMs ATOMOB/MOJIEKY I

K 3apOJIbIlTy HOBOH (ha3bl
AG - cBOOOJIHAs SHEPTHS,

HeoOXoauMast U1 00pa3oBaHHUs ) AG
3apoblIia pa3sMepoM M. J, ocghexp _ﬁ
B

D. Kashchiev, Nucleation: Basic Theory with Applications (Butterworth-Heinemann, Oxford, 2000).
V.M. Fokin, E.D. Zanotto, N.S. Yuritsyn, J.W.P. Schmelzer, J. Non-Cryst. Solids 352, 2681 (2006).



KiaacrepHbiu anau3

Memoo monexyaapHnou ounamuku no360asaem Mooeaupo8ams NPOYECCol
3apodHcOeHUsl U NPOMeEKaHUsL Paz08blx nepexo00s 8 amopphHvix cucmemax
npu 21yO0KUX NepeoxaaHNCOeHUsIX.

Kak onpeoenums wacmuywl, obpaszyroujue ynopsaooueHHy0 KpUCmaiiuiyecKyio
¢azy uz oaunvix M/ moodenuposarnus?

MeToJ1 pacyeTa napaMeTPOB OPUEHTAIIMOHHOI'O ITOPsAKA

-

47[ 6 , 1/2 1 ny (i) \
qs(i) = Emzz_J%m(l)‘ ’ %m(l):m;nm(eya(”y)a
1 N
Q6:_ZQ6(i)
N = y
Qs (J)

6 N qzm ()= 172
I > (0.5, 6 ,
;6q6m( )q6m (.]) Z ‘q6m (])‘2
m=—6

qaCTI/IHa I CUNTACTCS BXOI[HIHGI\/JI B KPUCTAJJIMYCCKVYIO d)a3y, CCJIM OHAa d)ODMI/IDVCT
YIHHOPAJOYCHHVYIO CTPYKTYPY C UEThIPbEMSA U 0oJjiee JacTHUllaMHM M3 OJVKAMIIEro OKPYXCHUI.

P.J. Steinhardt, D.R. Nelson and M. Ronchetti, Phys. Rev. B 28, 2 (1983).
P. ten Wolde, M. Ruiz-Montero and D. Frenkel, Phys. Rev. Lett. 75, 2714 (1995).
S. Auer and D. Frenkel, J. Chem. Phys. 120, 3015 (2004).



Pe3yJbTaThl KJIACTEPHOI0 AHAJIM3A

Tpexmepubie koHpurypauuu Dz u bLJ-cucrem
B pa3JIM4YHbIe MOMEHTbI BPEMEHH.

T=0.5¢/ky

400t

1200t



Pe3yJibTaThl KJIACTEPHOI0 AHAJIN3A

T

0.07

0.06

= 0.05
L]

< 0.04

0.03

0.02
400

n(t)

200¢

100+t

0 100 200 300 "o 500 1000
t (1) t (1)

Q 21100a1bHbLI napamemp ( ) 6DEMEHHAsA 3aeUucumocmbs pasmepa camozo
6 opuermauyuoOnHOo20o nop}lOKa KPYRHO20 KpucmaiiuuecCKo2o 3ap00buua

J.S. Rowlinson, Liquid and Liquid Mixtures (Butterworths, London, 1969).
M. Dzugutov, Phys. Rev. A 46, R2984 (1992).
A.V. Mokshin and B.N. Galimzyanov, J. Chem. Phys. 142, 104502 (2015).



O0padoTKa pe3yJbTaTOB KJACTEPHOI0 aHAJIM3A

Kaxk onpedeﬂumb XapakmepucmukKku KDMC’WZCUZJZMLIQCKOZZ HYKJleauuu u3
Pe3Vibmamos KidCmepHo2co AdHAlIU3d (Kpumuueckuii pamep, CKOPOCHIb HYK1eauuu, ... )?

Memoo ananuza cpeonezo epemenu nepsozo nosenenus (CBIIII)

(mean first-passage time analysis)
[J. Wedekind, R. Strey and D. Reguera, J. Chem. Phys. 126, 134103 (2007)]

Moouguyuposarnnuviii memoo CBIIII
[A.V. Mokshin and B.N. Galimzyanov, J. Phys. Chem. B 116, 11959 (2012)]




MoaudpuuupoBanubiii meToa CBIIII

Kak ucnoavzoeams?

n (t)

t,(n)

n

BpemenHas 3aBUCUMOCTH
pasmepa nepso20 KpynHo2o
3apoApblla ISl OJJHOTO

YHUCJIIEHHOT'0 YKCIIEPUMEHTA
(onpeodensiemcs u3
K1ACMepPHO20 aHAIU3a)

Bpewms sBonronuu pasmepa
3apoasia — CBIIII-kpuBas.

1

J, ~——

St

rmgP’

M
7,(n)= ﬁ Z e (n) i=1,2,...- HOPAIKOBbI HOMEP
k=1

3apOo/JIbIIIA.

BrImonHsAETCA YCPETHEHUE T10
M 4uCIIEHHBIM SKCIIEPUMEHTaM

ITpousBoaHas 1Mo pasmepy Ot
ycpeanenHou CBIIII-kpuBoi

—_—
xxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxxx

A.V. Mokshin and B.N. Galimzyanov, J. Phys. Chem. B 116, 11959 (2012); J. Chem. Phys. 140, 024104 (2014).



PesyasTar CBIIII-ananu3sa

CBIIII-kpuBbIe, MOJYYEHHBIE I CAMOTO KPYITHOTO 3apObIia P pa3IMYHbIX TeMIIepaTypax.

(cmamucmuyeckoe ycpeonenue 8vtnoaneno no M=>50 uuciennvim dsxcnepumenmam)

1500 ——————————— - - -

— w1 =0.05¢ — = T=001l¢e/
Dz ey | 3000! LI ek |
——T = 0.58;‘"1(B ——T = O'Sng
1000 e

- — 2000 |
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L u AAhAhAAD
500( 71 e 1000 |

0 OI
8_
s | 40 |
= 6w
= "
— .
" 20|
2t :::
(el 0

0 100 200 300

Cluster size n

A.V. Mokshin and B.N. Galimzyanov, J. Chem. Phys. 142, 104502 (2015).



TemnepaTrypHble 3aBUCMMOCTH
CKOPOCHIb CHIAUUOHAPHOU HYKIeauUU U KPUMUYeCcKUil pamep

0.35 +
~ 03
T R
'o 0.25
N ++
P 0.2 +
-7 0.15 e Dy
TR
0 0.2 0.4 0.6
T/T.
e Dz
150 Li,0-28i0,
=) ¢ ¢
100 :
ot
e
SOP-OG ¢
0 0.5 1

T/T

ag

10 T . .
' - @ Li028iO0,
| i
. .'. T = 2BaO-Ti0,2Si0,
10y O A 2Na 0-Ca0-38i0,
|
. | ¢ Na,0-2Ca03Si0,
— 14 | .
T, 10 | W v BaO:2SiO,
o A-'
' : A A,
~ 12 ! ": A
,_am 10 “0"‘.‘.‘¢
v : ) v \ 4 ry
*
v | v -
10"} | ¢
g0
. ql ° .
o
10° ‘ - ' -
0.95 1 1.05 1.1 1.15 1.2
T/T

Temnepamypnoe nogeoenue cKOpocmu CmayuoOHaApHoU
HYKIeayuu u KpUmuyecko2o pasmepa Haxooum coeiacue ¢
9KCHEPUMEHMATbHBIMU OAHHBIMU NO UCCIE008AHUIO
KPUCATIUZAYUU 8 CUTUKAMHBLX CIEKNAX.

[A.A. Cabral et al. / J. Non-Cryst. Solids, 343 (2004) 85]



Pacuer CKOPOCTH MPUCTETUBAHUS

Cozcnacuo knaccuueckou meopuu nykneauuu (KTH) ckopocmu
3apo0bIULe0ODAZ08AHUSL ONPEOEAeCA
KUHeMUYeCKUM U MmepMOOUHAMUYECKUM BKIAOAMU

J, g exp(-AG/k,T)
. }
! !

KUHETUYECKHUM BKJIAJl TEPMOJIMHAMUYECKUMN BKJIA]]

[Ya.B. Zeldovich, Zh. Eksp. Teor. Fiz. 12, 525 (1942)]

. ik, T AE
exXp| ———
* © ok k,T

I - 4ucio uacmuy Ha noeepxHocmu Kpumudeckoco 3apodbzma

[D. Turnbull, J.C. Fisher, J. Chem. Phys. 17, 71 (1949)]

. _ 3 kgTpn,
g, =——"—=
4 7
77 - BA3KOCmMb cucmemsl
[V.G. Baidakov, A.O. Tipeev, J. Chem. Phys. 136, 074510 (2012)]

CKODOCWlb npucmecuedrusl He603MOIICHO OI/ZDQaeJZZ/lWZb IKCNEPpUMEHmdajlibHO.
Hl?l/l ZJZV6OKMX nepeoxﬂaofcdeHuﬂx CKopocmb npucmecu6drusl CJi10HCHO OUERUNTb 6 pAMKAX KTH




Pacuer ckopocTH NpUCTEruBaHUS

Kax OUEHUmMb CKopocmb npucmecu6dHuA vdacmuy K SCZDOOleV yepes Mﬂ
MO@@]ZMZ?O@CZHM@ cucmemsl C 8JZV60KMM HQDQOXJZCZ.}‘C@eHueM?
I 1 <An3 (t)> ) 2
g, =5—t , An; (t):[nc(t)—nc] , telr,—At, 7, +At]
2
Anc (1) - CPEAHEKBAIPATUYHOE U3MEHECHUE YHUCIIAa YACTHUL] B KPUTUUYECKOM 3aPOJIBIIIE
[S.Auer and D. Frenkel, J. Chem. Phys. 120, 3015 (2004)]

Al - BpemenHOE OKHO, B KOTOPOM TIPOMCXOHT
u3Menenue n_(t).

s (ano)=(ani))+2g; 1)

(A2 = {ani@))
En 75 t' —t

o 2
Haxnon nuneunozco yuacmka <A”c (t )>

+
onpedensem eeauyuny &, .




PacuyeT cpeTHeKBaAPATUIHOT0 H3MEHEHH S YMCJIA YACTHII B
KPUTHYECKOM 3aPO/IbIIIIe

550! e 005¢/ks
—a— 0.1¢/kp

A 015¢/kg N,

200f 4 03¢/ks /
‘,.f\ v DSEI;"kB
— —U—{].Glffl;i:g

= 150¢

N o 0.05¢/kg
"3 0.1¢/kg
100 o 02¢/ks
0.3 ¢/kg
50(
.’ = 0

B oonoxomnonenmnuou cucmeme [oicyeymoea npoyecc cmpyKmypHo20 YNOpsiOO4eHUs.
npomekaem Ovicmpee no CPABHEHUIO ¢ 08YXKOMNOHEHMHOU cucmemou Jlennapo-/[oconca




Kunernueckue XapakTepuCcTUKHA HyKJIeAUH

0.35 + 15
~ 03 + +
":‘P —~ 10 % +
S 0.25 + T {,
s + \-:
S . ~ o .
= 0.2 + +w: J %)
-7 0.15| e Dz 9 e Dy
5 O o O bLJ + 0 bLJ
013 0.2 0.4 0.6 % 0.2 04
T/T T/T
g +(T) 1 b4
g, i
C n(T)

s cmekonvrvix Dz u bLJ-cucmem memnepamyphsle 3a8UCUMOCMU CKOPOCMU
CMAYUOHAPHOU HYKIeayuu U CKOPOCMU NPUCTELUBAHUA CUTLHO KOPPEAUPYIOm.

LIpu enybokux nepeoxnaxcoenusx npoyecc CmpykKnmypHo2o ynopsaoodeHus 6 Cmexkiax
npeuMyuwecmeeHHo onpeodesiemcs KUHemuyeCKUMU XapaKkmepucmukamu
(6}Z3KOCI’I’Ib, 6PDEMA CmDVKmVDHOZ:Z DQJZCZKCCZMZM/{).

A.V. Mokshin and B.N. Galimzyanov, J. Chem. Phys. 142, 104502 (2015).
V.M. Fokin, E.D. Zanotto, N.S. Yuritsyn, J.W.P. Schmelzer, J. Non-Cryst. Solids 352, 2681 (2006).
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