1
B
E:))
"<

El& = & RERD T FENNF

SRR 13 48 12 H

ZEES=IN



HX 2

2 4
= 5
Ll B FZE DAl et e et e e e 5
L0L1 T B AL FREIZA - oo v v v e e et e e e 5

(2) BIRLIRIGREILFR, -« oo v v e e eem oo e e et e ettt 5

(b) BETE | CORBIBGIGRE AR, -« v v e ovee oo oot 8

(C) BIELRIATIERR, v v e rvresee s s e e et ettt 9

(d) BET - CORBIBGIIREAE L <« v v o vreorre e 11

112 55 FBh 220 % N ARG A B OO RIFTE + v v v v e e e e e e e 1

(a) Yasuoka & Matsumoto (Z & 2 SV ZRKRL LR OAIFIE =« o vovvveeeer oo 11

(b) Kinjo & Matsumoto (= & 2 BB IS ERLDHIGE =« vvvrvmrrmre e 11

113 BB BT 2 2 FBI I MBI <o oo v o oo e e 12

10 ABIFGEI I v v v v v oo e e e e 13
M50 B EABETT RGOS T s LS/ 5 o e e e e e e e e 14
DL BB <o v vt 14
DAL B BRI T L I oo e et 14
D12 FRMETES oo v e 15
2.13 ?E};—H:ﬂ%u,?ﬁﬂ ................................................................. 17

D0 TGREREAE R « v oo v vt e 19
D3 ARIARGAE R « v v o v e e 28
B3 AR ORI S T s LS/ g o e e et 39
3L BFEEFTIE <o oot e 39
31 A T T L S d L et e 39

R I A e 1/ T - 43
313 RO Y T FJEETE « oo v v ee e 44
314 BIEREAS « v oo o e e 47

30 KEHLLFEBZ oot 48
321 KEA ] OB TR O BRIEIZEAL oo v oo oo e e 48

322 7}({&{%@*%% ............................................................. 51



Hix 3

........................................................................55

&
~
1
£

P
EE;J‘E#_A B R (<)

2



llz_lll_lll
Jjo

N STHN®LS ¥ 9233y S™m0 0 a

p={ll

i F
T AL ¥

VAl

AR B A R B R L 35 1T D BEEK
% s

INRTEH

R < T

fA ) &

B

JTAL—Y A X
aE

£ 77

B, 408k

AR, fOE, Sr1-TE Rk

s HE Ay 1 T R
B AL

BE, ~vo
REIRE

153!

LN

T

Zeldovich K

FY v T

a
B
AG

At

QD T RS

IS

wp

PRI, WA

Ui R

7 T AL I LB
HH =R ¥—

IRFEI 2 A2

Lennard-Jones N7 > 3 ¥ /b
TARNF—/RT A —H
RT3y /VEEE, Euler A
RS

{LFRT v v

Hfinf, 7 NA IR, Euler f4
B, B ST 7 I B
Lennard-Jones ;"7 > ¥ % /b
FRHE T A — &

TR 2=

REfE R r— v

£

T A JERE

Euler A

L

Ne2
an  FHEHEH
AR T IS5 F
ave ¥
b o PR R
cond E{R
eq VA
H  AKHRT
H,O K%+

INT 7 /b= =[S
isr 5

1 AR
0 (e
Pt H 4R

S [ {57+

s A, 22 R R

sat  flfn

sim YIal—Y3v
SURF VRJBEH AN T 3 ¥ L
th ARG

v AR
wall BET

* e A%



B1E FiR

11 HEOER

IR, BRRBLG % 1 LoV BELO 0D 4y FER TS Ko C, RIS E T OB -
A, R CORER - @il & OMZEITRT 2RADBHEA TNDD. BRI BT L
AL TOZEFFERHP IR SN TE oD, FREEREICB T 2R AERS, FrET—va R
PSS DXV AR EORBETH Y, HBRERD/NE S5~ 7 v o B o 2N B AR
INTND.

111 B8R B
EF, R DD~ 2 u R AR IR 351 B B R OB HIE L SV TR BB 5

(a) BB R A R

RN, AP DB E R AERIZOWVWTE R D, 7 T A — AR nE R Bl 3L
F—AG IFRAD & O ICRAEHUTL IR = 2L F— L KUK DIRIE~DZEAIZ B 2 = L%
—DOMELTREIND ERETD.

AG = A+ nlu, — p1,) (1.1)

I TCHIRMEES, A X7 T AX—OFEHEME, n 137 TAX—EERT DI TE, w, wlIth
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Fig. 1.1 Cluster formation free energy and critical radius.
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L2y, BWEBAKOSGEDHBIZ R F— LR 02T A =2 LT LB EOFETRT Z
EINTED. FHIRRETD 7 T AL — 34113

2
ceq (l’l) = p5 exp(_ AG

kBTJ (1.27)

EMRDZEICEELT, (118, (1.19)UTRAT D & AERGEE X

2
> p l—cos@ |2y AG*
J=pA \n*, (n*)Z =p3 ———— | ——exp| - 1.28
il 1) = 7 210 [ 80 (129

thEzons.

(o) R S AR
KR DN T2 - T KIARAERRKIT I N T, BB AR & [FIAR 72 R B CREZE R EE D3RO H 1%
2, BHETZRLX =R N DM > TV DL KTBERIC KT B R 3L ¥ —I3,

AG =yA+(P=P, +n[u,(T,P,)- (T, P)] (1.29)

txREND. HEXKZRET D L,

i

P*

#,(T.P.)=p,(T.P*)+ k,TIn

(1.30)

L,



u,(T. P*)=p(T.P)

N AVRVASYE. OB

P*

3
AG=472727+47;T [PV In-t —(PV—P)}

LETL. IE P o rEbY CREETS L,

*__
AG z%ﬂ?"*z 7—47[7(r—r*)2(1— P3P*Pj=;l7zr*2 7—47r7(r—r*)zB

LEHTEDS. £,

4,(T.P¥)= 1,(T. P, )+ RTIn 2"

sat

DBUFMR Y T H, X BICHIKIC IR (ET 5 &,
w(T,P)=u(T.P,)+v(P-P,)

72, 13nkk
#(T.P,)= (T, P,)

DRARN D,

P* — Psm exp vl (PR}Rat)

7. (133)AXEM18)X, (119)RUTRA LT, BAEREEERDD &,

3
J=py| 2 exp| - L0
7mB 3k,T(P*—P)

L.

(1.31)

(1.32)

(1.33)

(1.34)

(1.35)

(1.36)

(1.37)

(1.38)

10



915 a

(d) B _ETORHERIAARY
BETNZ 20 U 72 Ra ORI E R AR =R L —, K OGH & [FERIC

AG:{:W*27—4ﬁy(r—r*)zB}f (1.39)

DI, WERAERDGE DB RVF — LB 02T A =2 LT LB OB TERS N,
A R B 1

2 3
J=p 2y 1+c056exp _ lemy S i (1.40)
mBf 2 3k,T(P*-P)

LLTHERBND.

ZO XD MBARIEG TIX, 7T A —ARICKERBRT VX0, Rilik )& v
TeRETARNF— VT RRABGICET 22X VX =DM TREND LAEL TWDA, #IH
BYA XX, v/~ ueREENEERTELLIBRKIEAHEES LV /NS RDT &n
5, ZOREICH LTRBINELD. 2 THOFLUNLOHERNBRRDHNTND.

112 R FEAREEZAV-REKOHAE
BIEARIZOWTIE, UTD X5 a8 iFEE e nsfton Ty, v Iab—
voa v bl A R & OFE R STV AR, LD LRI EE & 72 5 ERBEE A H 5
B8 OREERARIZ DWW T ORI,

(a) Yasuoka & Matsumoto (= J % BJE A& 5B A K O #F 720

5000 f# > Lennard-Jones 537> & 72 2 i@ S Fn7& 5 4 A B A S E O R SEIRICHE L, RO
BEFFoT Ny 77 HAZBERNET S Z L2k v, ROBEE T, BAEKBELEV I 11—
FLTWD. BONTBAEREEL, HHEERIGROMEL Y 1R RE R, 77284
PRICKHE R B = X — 2 [ LR, BERORB TR F—O R VICRERH S & L
TW5.

(b) Kinjo & Matsumoto (= X % BB IR DOHFFE®

10000 {EF2EE D Lennard-Jones 4373 & 72 2 K % JEIBE SR AE O GHAGEIRTIZ HEf L, ROk
BiainF s Loy, QUakms s Ial— b LT0W5a. [IAERE TORELER- b4
PR EE 2 G U7l R, AR R AR L 0 e 0 KE REE STV B,



12

B
i
&
£

1.1.3 EREMICBET 27 FEAFERTAR

—77, [E{RHE L Lennard-Jones #/ NG 2 DWW T FB 1 5E 2 W 2220 03 Thh TR Y
(Fig. 1.2), BRI DORT v v VO SIZ L - TEMANZELTH LV IBEIELNLTND
(Fig. 1.3, fIExzH).

Fig. 1.2 Snapshot and two-dimensional density profile of liquid droplet on solid surface.

1 | | | | !

O Variable g
O Variable OINT

Contact angle cos 6
o
[

Solid: Density 4
Open: Potential |

1 2 3 4

* —_—
€* SURF=€sURF/€AR

Fig. 1.3 Dependence of contact angle on depth of surface potential.
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ANRBIG CIIEBDORE NG5 R ZENIEFICRENTZD, YIalb—a rz27R 95
IZIE72 5~ FHRBERZ KE K LTHEBEOBREITED T HMNENRH L. £ Z TR Tl FH
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B DHRETRT DT ENAREED, T 2 CIIMBR R B O o DIk G 2 T A 41 LRGE L,
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DIRNT A—=B L U TEREOE ) TOVEROERIED HIRD BT, er=1.67x107"1, o
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B ASEE [ 7 F I XIREDHLPH 386D TN S W wd, ity 1 & OB OB %2 BRE Lo "%~
A& LTRBL LT, 3720 b [EIREE 7 1A B/ERI,
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&9 Harmonic 787 ¥/ v /L TRiak L7z, [EA D+ & L TH&ZME L, SR EH k=46.8 N/m,
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TNI oA EERS T O AE/EA D Lennard-Jones N7 ¥ L TRILLZ. ZETO,
[EARBEE EOWHONFENF L I ab—ra il ->T, TORT Uy ILDRT A—=H Tk
S THERI ORNLT IR T D 2 E B30 inoTnd. £ 2 CHBED/XT A —X opyrld 3.085 A T
—EE L, TRNX—DNRT A —HguaZfbS®EDH LICLY, BROLDNT SO KIFET R
(ZDW TR,

28, EEOHE TIIFHEAMEIND 72 ® |2 Lennard-Jones "7 ¥ v /WIidh v M4 7 350
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2.1.2 BUERE S
3150 Newton OEEN FREXUCEDH R EARED L35, 2D L 5 1F0OEHHT,
AL r IZBE3 B850 e

dt*

2
dr_F 2.3)
m

TERIND. HFIAFETIIOEH HTRAZEWER S T2 LICLD, B2 t IZBIF520F
DB r 23 ET 2 AR TIIERERE SO T LT X0 E LT, D FE15%E TR &N 5 Verlet
HEO—>DBRTH DRV (leap-frog method) &% iV 7=

V(t +L At] = v(t - lAzj + AtM (2.4)
2 2

m

r(t+At)=r(c)+ Atv(t +%Atj (2.5)

ZOJFETIE, T ONE &GEE Z LI AA DT 6 LTS5 2 ik, s
PhEL LTINS,

RN D A — =T DOWTIELA T D L 9 725l CHRAEN TS 5415, Lennard-Jones 87 > o %
NDEINT, ZRVF—=DRAT—)ve, BHEEDO AT —/Vollk LTRT v Dedrio)k LTH
2 oD%, —kouoEE RN

_56¢(0/r):md;” 2.6)
or dt
L%, T CEERICHERE P =ro, BRI =t VWD L,
6¢(r') mo’ d°r'
_ = 2.7
or' er’ dt” @7
I TWLOMEE 1 & LTA—F =& LT,
mo’
=1 2.
o (2.8)
2
= |9 2.9)
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L LTESORHA 7 — e RE D, KX AA X Z O ATkt LT SV, BARIZIE 100
53D 1 BEEDOMEIC T AUTESTRENH RN 2 L RIS D> TV D, AW =7 v =
YDORT AL ERHND &, p=21x10"7s L 725,

—J5, BBV TV D Harmonic ART >3 ¥ /L TIXIRD K 91272 5. Harmonic N7 >
¥ VORI TT O RSy OFEDS, Lennard-Jones R7 > vy L DZENE KT L ET DL,

d*¢, ,(r) 725

k =| —= =
[ dr ’ jr—%o’; 3\/50-5 ?

(2.10)

Lh. ZoREQHRLY,

2m
75 =1/ %; 2.11)

LRV, KRBEDNRT A—FERATDHE, 12=63x10"s TH 5.

Ubo X iz, 7rAassnt e @BIRSFORRBASDAr— I RESERY, KO/ RE
REEE 5 T ORERIZI G DR C, T T FOMEM & 35 2 DI EIHE AT E L< 720
FZTT NI o FIE AL = 1.0x10™ s, BRI T13AL = 5.0x107° s & Feie 5% A TR 5
UTFD XS e RERAEIT- 7.

S PO Y PRS0 BV S () 2.12)
2 2 my
VAR(I + AtAR ) — VAR(I _ AtAR j + AtAR FAR (t)+ FAR—S (t) (213)
2 2 m,p,
Xt 4+ AL )= x ,(6)+ At v (r + A;AR j (2.14)
— 2 steps Vg r+ Al = v Al +AtSFS—(t) (2.15)
2 2 mg

xg (04 Aty )= x, (1) + Atsvs(H%j 2.16)
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2.1.3 ;5 H
ARWFZE Tl 2 FFEORERIEEZ W2, E3013 0 81 ETIAS ANt Tnd 27—
N K BHIREREE T, K01 OmE A

Vi=vy, = (2.17)

VB VAiIET S 2 LT, REREZROFETH LS. 0B TITBIEDIRE, TolIRERE
T ZOFETEIREBGEN O ROBENE HE £ TOREZE(LE STDIEA LT
—J7, AW IR ECOAEREZIY D 72w, BEEEEE COROBRZNEEIIRDH LE
2D, L LRBG EFLOR 7 — 1 o ZIC X DRERTIE, o OdELEHEEET LT
0, BADAGEZR IEMEC I D $2 5 = & AHIEAR V. 2 2T Langevin 12 X 2 iR EE S 2 F U=
Z DHE, BERE S DOIMANZ AR VY = 53 ARIZHE © phantom 73 & BliE T 5 Z &£ 12X Y, phonon
DA E CEDOEZ 21TV, D Oo—EIREICRIEN BB Z BRI ER] T 5 HETH S, K
Fig. 2.1 12 2 Rt DX % 7”7,

Real
molecules

) vertical: 2k
horizontal: 0.5k

) vertical: 2k
horizontal : 3.5k

Fig. 2.1 Temperature control of solid surface with Langevin method.

Phantom
molecules

Fixed
molecules

BARAJIZIL, £ T EEROEER4)F & phantom 43, phantom 77 & [EE 7+ & /31 THRES3,
A& DS RITEBIC fee (1ID)EZWARZEEZD, EOROSFEDRBINZORND 3 KO NRREF
oM, EFFHMICARERH2 k, K2 HEIZ05 k&L, %BEONSKIER GO FIT2720
H6ARE, TORBDIGFIZORND 3RDF 9RO ARERT LI, ETFHAICARER?2 &,
K2 HFmNC 3.5k &3 %, F72, phantom 431 L [EES T & ORICIXF N —b WO 5. £
DI ER LT A WE 0% FAW T,

(2.18)
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THZON%. AEDOTFTNASAEE240K #H 05 &, a=518x10"kg/s L7eh. ZDF L 3—(C
& 5 T phonon DAEFEHE TH TV B R L F—%2 KRBT 5. X 5T phantom 43 T 1T ITARE(R 22

20k, T,

2.19
A (2.19)

Op =

DIERGANAE D T o F L72 ) F %785 DR RZ A A 2 3 FanbEthZEn G2 5. ZONHR
NFIZE->TEHERALND =X —OHIRHED, b X 5 ERERE T DIFIZHF o —THEDNLD
TR —ITHY L, —ERE TcOBBN DO A>T 2 —2 KB T 5.
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2.2 B ERK

W ER Y R 2 b— a3 VAW AR VI Fig. 22 12739 X 912, FTHEIC fec(111)HE 1 &
DEREER (4314 4464 1) ZBE L, bimi3sim bt e, 7% 0 4 (w2 B WEE R &R & L.

Mirror

| Argon Vapor 5760

142.26 A

. L Solid Surface 4464
;\’M fec(111)
A
171.74 A A2

Fig. 2.2 System configuration of simulation of droplet nucleation.

ISR & LT 171.74x172.71x142.26 A OFHHBEI O H1 9212 5760 HO T V2 2 43 1% fee Mt
THEE L, S0 100 ps O, BRERE (160 K) 120G Ul ERA 7 —Y 71 K D IREHIE 1T
5721, phantom 4> T2 & 2RIV D 2T 500 ps F TEE L COEFRRED 7 L =2 L KT
RN LTz, & D% phantom 531 D ERSE Ty % 100K, H5WME 80 K IZ T, BEHD R
HHH Lz, ZRLKOBEN Z OREIRE & 725 76 OmfafE i hei, 6 (100K), 40 (80
K) FREEL 72 503, ERSOWMEEAERITASIRENBERIRE £ CTFALANCEZ 2720, EEO
WEAFEIX L VNS RMEL 2D, Fi2, TAITUNTFEEESTLEDBORT v VDINT R
— & gnrlF 0.426x107" T 705 0.794x107" J £ TE(L S BT, #FEME £ L0 T Table 2.1 [TRT.

Table 2.1 Calculation conditions of simulation of droplet nucleation

Label EINT [X 1 0_21 J] Twall [K]
El 0.426 100
E2 0.612 100
E3 0.798 100

El-L 0.426 80

E2-L 0.612 80

E3-L 0.798 80
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MRS B2 1281F D E ), IR, monomer £, I LR KY 7 A X —H 1 XOKHZE{L% Fig.
23T 22 TY TAA— LIS RN 120 L FCTHDL LI R TOEAKREER L.
7%, S FHEERED 1.50ur LT & W) FICB W T HEL T OfT 23R 7223, 1ZIZFRRORE R &
pol-. FEBRMHS 500 ps %, phantom 4y OIRFEFRIENC X v BEE A AICHEIS L, F0%
AT VI DRENR TR ST, 77 A —=DBREN, ELTHL.

6 180
T | X
o 4 4 Argon Temperature i ®
= .-
o 1140 ©
= 2t / Pressure - S
7 | :
o L
S 0 ] |9

i WMwwmwmwmwmmwwmo

o —2r Wall Temperature
= } + } + } + }
3 4000¢ .
= [ Number of Monomer ]
© 2000 1
o L Maximum Cluster Size~ ]
g 0 [ .\ \ N ' N i i 1 N ]
z 0 500 1000 1500 2000 2500

Time [ps]

Fig. 2.3 Variations of pressure, temperature, number of monomer and maximum cluster size.

El, E2, B3 ZKBIT D7 7 A2 — L ORFME(LE L4 Fig. 2.4, Fig. 2.5, Fig. 2.6 (27
ITEHLNPIRTIORD 5 5 TULENLRL 7 TAX—DRHER LI (B 5 UL, ¥ :10
PAE, #k:20 BLE). 20D D BHIX, /NSl T AL =3 T 7 LT LEIC HEBL & HIR A 0 K
LTRY, RCNTRERZ TAL—PEETDH. LA WEERISMETH 5 El TIRREER SEn
T BNT Y T AZ =AM TONTEY, WEEAERIZEWRREEZEZ 6N, —F, &
DN T VRO E2, E3 TiX, K&EAR7 T AX— IR TORAER L THDEFBN DM
5.



0 % [EKRET EOBAERDY S 2 b—a

(i) 2750 ps (k) 3000 ps (1) 3250 ps

(m) 3500 ps

Fig. 2.4 Snapshots of clusters larger than 5 atoms (E1 less wettable).
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0 % [EKRET EOBAERDY S 2 b—a

(e) 1000 ps

(k) 1750 ps

(m) 2000 ps

Fig. 2.5 Snapshots of clusters larger than 5 atoms (E2).

(1) 1875 ps
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(e) 700 ps

(g) 800 ps (h) 850 ps (1) 900 ps

(i) 950 ps (k) 1000 ps (1) 1050 ps

(m) 1100 ps

Fig. 2.6 Snapshots of clusters larger than 5 atoms (E3 more wettable).

23



2w AR EOAROY I 2 L—va v 24

Fig. 2712, H2BEY A XLLED 7 T 22 —HORMELZ R T, BT E N Z A ERIC
BEIMLCTWAEDICT 4 hEEHERTHD. 30 L ETIEZOEROEE NI TE 2> T
BY, TOVA RXEBRIZ7 T AZ—=NEEMICREZHRIT TVWAZLEZRLTWS. B, 7
T AL —FBALD —ERE LR ICEAR D DA TL 2 DI%, HIRY A XIZXD5HHE O, i
DB ENEEIC /2 572 Th 5. Yasuoka & Matsumoto|Z &V, = DOEMRO AEL) S AZA K
WEZ AL D Z EMBREINTEY, 30 LIk, 40 DLk, 50 UL EOEBROMEE OFEH 5 Rk
b B DRERGEE T Jy = 3.45x10" cm s L2 5.

12

Number of Clusters

800 1000 1500 2000 2500

Time [ps]

Fig. 2.7 Variations of number of clusters larger than a threshold for E2.

—75, il BUARAE RER AR VLR A [ ARRE I C O AR ERE A R ORAERGEEE Jy, 12(1.28) X THE T
Z LATE,Fig. 2.7 TV 7 A X —HNEARIITZAL LT 5 1000 ps 2> 5 1500 ps O FHERE T,
B L ORIRE EE pa T 5 & i BUZ AR RO BE 1, J, = 4.47x10% em™s™ & 72 %, = 2 CRARIAR K BT
Per BTN FE py 1 Lennard-Jones i O IREEH A BB BN D E, FEE p OV TIET
VT OYMEEE V. S 61, Bl OXEREER ORI O I 2 b— a3 VRO
LREb o7, BHERUEOEELE L DD E Table22 DL DI/ 5.
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Table 2.2 Calculation Results.

Label | @[deg] | T [K] | Tuve [K] | Jyim [em™s '] | Jy [em™s™]

El 135.4 100 108 6.52x10% 4.86x10%!
E2 | 105.8 100 114 3.45x10°! 4.47x10%"
E3 87.0 100 120 5.76x10°! 5.54x10%°
El-L | 1354 80 111 3.96x10%! 2.23%10°!
E2-L | 105.8 80 126 1.41x10% (1077
E3-L | 87.0 80 129 2.96x10% N-A

Yasuoka & Matsumoto |Z X 2 BJERARKODRERETIZL I 2 b—2a O FRHR LY b 7 HiE
REBRELRS>THDEDIZH LT, AV Ialb—yarClIEHBEIZERCENMEONZ. £-
AR T, WALV /NS RY A XD T T A —W A X541

2
)= of -2

j (2.20)
ThHzbN%. ZOXEHNT, YIalb—raryTHELND Y T A Z—HNEMRICEL LT
WA DS 7 T A — 5K c(n)iy D 7 7 A X — LRI B H T R VX —AG 2 KD 7= DN
Fig. 28 DAFITH L. —JF, FERIIRHWERERIEGRICL Y 52 5N 5AG 2T, 12, =f
FINEBEEIZHEAR L TN T AX — A HRO HIDHAG, ST EZ AR OGN 58
PIDAG 7. 22 TR)VKIZEFREE (AG BNE—27 ONLE) LLFDOY A XTORENTH D
TLITEET DL, BERSREIRE Ty O @VErE (Fig. 2.8() ([22OWTIE, REJERA A O
CBEHICHET D7 T AL —DANPOIFLNDHAG DIEIE L TWD 2 Enbnd. £, WEH
ERRERRNOELND SO L BEEICH L TRV FRX =N L AL T, BETYIa
L—2a VDAG R RELRoTNDHOD, kL L TO—EUTBERAERD 8 /175
2 b —3a VORERNPBIFEZLNRNIEE L.
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2:_E1 AGS\iT(Other) bty B

4

F E1—

N
>
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X AGy, (Heterogeneous)s.._ N
P B 3

Cluster Formation Free Energy [><10_20J]

\ N T L] \ \ \ \ ]
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(@) Tywan =100 K (b) Twan =80 K

Fig. 2.8 Cluster formation free energy.

=7, T PMEL, X0 BWMmEAZIT o 23HE (Fig. 2.8(b)) 2BV TIE, EI-L TIXIE—%K
LTWHHDD, E2-L, E3-L TlEv I alb—vary tHRLEDENKELI o TS, F27 T
AL — RN ERRENIGIN LT D I 31T 2 AR O SELNREE & SR8 B 2 Tl T R% AR R
DOERFRAE Jy 13, B2-L TSI/ NS Z2E & 720, E3-LIZW 2o TIEi@fafnfEn 0.87 & 720 5
RegLieo7= (Table 2.2 BIR). & C, BARPHEST L C 2 IR ORES MR 53 A 2 J1E L 7=
LA, Fig. 291" T X DT EL, B2 EL-L &R LT, T 2MEL, FEREOEBIRFLO /NS
E2-L X° E3-L TIE72 0 OREAFLBONTND Z ERNbnd. Tbb, ZEMEESANT
EDIFEWEAEENRKEL 25 L, (KIRE THD TREARDSRMENAR] & 72 5 72 D12 Bk AR R
HEmE —B L o< b LERXbND. £2 T, EBRITY 7 AZ—OAERPTHOIL T D EERITE;
D 0A<z<20A OFEIBIZIT 2 IR D S A BGHEE Jy(local) % 3k 8 T 7= (Table 2.3 2 ) .
Z OREARGEE Jy(local)iZIRE AR O KX 72 E2-L, E3-L TH ¥ 2 ab—ra rnbEbhi-fEe
=L TEY, RANCBTLEREZHAWD Z LICLY, AV Iab—rva rOfRiTE
BLZ, WA THITEDL Z LR bhoTz
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Fig. 2.9 Temperature distribution during nucleation period.

Table 2.3 Comparison of nucleation rate.

Label | J, [cm'zs'l] Toe [K] Jn [cm'zs'l] Tav@[(llacal) J[,géllo Za 1])
El 6.52x10%° 108 4.86x10%! 107 4.50x10*!
E2 3.45x10%! 114 4.47x10% 110 1.45x10%
E3 5.76x10%! 120 5.54x10% 114 7.01x10%

El-L | 3.96x10° 111 2.23x10% 106 7.62x10%

E2-L | 1.41x10% 126 (1074 114 4.32x10%

E3-L | 2.96x10* 129 N-A 116 1.44x10%
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2.3 [UBKERK

SUEAZAERUTIE, Fig. 2.10 © X DI Bifl, Tifi & HIT fec(111)f 1 EOEAEER (45314 1216
) ZBdE L, 41002 B IBERSRM L L7eat R 2 vz,

il 13 Solid Layers
Y $heoo  fcc(111)
AN S 102043
S el .
°<( g)o ;ﬁeD ° i X
~| o afopd ¢ | _Argon Liquid
RS ey 5488
8 o& OZDO‘E%‘@ 2 c@too
®og ) %
oc?:"&b% 0, 8
A }3 Solid Layers
v e fec(111)
S 1020x3
o 5

83.09A

Fig. 2.10 System configuration of simulation of bubble nucleation.

PIMRZRAIE L L C 83.09x81.56%56.57 A® DFFRFHIK O T Iz 7 v T2 53 1% fee R CRIE L, %
#ID 100 ps DfH, B EMREE (100 K) I U7o s fE R 7 — U 702 K D IR LI 21T - 72 7%, phantom
A L BIRERIBECO DT 500 ps F THE L TCEFRRED 7 L I K TR AWM L. %
D%, LR A S Ams (0.5 m/s) OEIGTHRAIZ EFICBB S, ROKRBEEILT T\,
Z ORI 2 PR FEICB T 10 7, 12 (3 B2 THRENENDRIEREOZ(IL, 1FIEFER
BETHY, KFFROIFREE IO Tho< D & LEEPHEN2 b DO ThHhH EEZExbND. iz,
TN EEERD T EDOBORT vy VD RT X=X gyr 13 EBEEIZOW IR T <
72% X912 1.289x107 ) THEE L, FEEEIZOWVTIE 0.581x102" 1 7205 1.112x107" ] £ T S+
7. FHESME E & T Table 2.4 12”7

Table 2.4 Calculation conditions of simulation of bubble nucleation

gnr of top surface gvt of bottom surface
Label [x1072' J] [x1072' J]
E2 1.009 0.527
E3 1.009 0.688
E4 1.009 0.848
E5 1.009 1.009
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FHEBHAR 500 ps B D REILT RO D &, HAHRFER TRIBENHEA L, TO®HMEL TN,
SIAAERRICE D ETORTZ LT 5720, AN 2 A BBROBRERK FRZ2 LD, &K
BIZBWT, ZORA MDD 1.2 o DIEEBEIC S F2FE LR WA T ORER - HE2 AT
L7, Z0Of% Fig. 2110 . Ll & rlf bk L7z Sliced View (Fig. 2.11(a)) & b3 2
&, RIADOTEEN ZOROES TRATEI LI ENDND.

S 50

(a) Sliced View (Central 10 A) (b) Void View

Fig. 2.11 A snapshot of a vapor bubble at 2100 ps for E3

Fig. 2.12 7°5 Fig. 215 1200 T, FitBEAMHICBIT 2 XIEEERICE DS ETORT 277, K
AR OS A &R, 1D D 5 HIT/NSRZEFAN T & DNl HBL L HIRZ 0K LT
BY, RN TRERERPHEE L TND. DU < WEEFI SR Th 5 B2 TIXLRREHE T TD
HAER LTS D, BERNDNT KR D> T, IWREF THERNRHBLT X912k s, £
LTI b T WEAETH D ES TIEFERITIRIEF 2B ZIEBAERN B & TR Y, WEEAKO
L2272 oTWnd. Fe, NRTVEETHIIFEAMMICKIENRE L TWD Z ERbnd.
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(1) 1550 ps

(m) 1600 ps

Fig. 2.12 Snapshots of void patterns for E2 (less wettable).
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(m) 1600 ps

Fig. 2.13 Snapshots of void patterns for E3.

(1) 1550 ps
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®

(k) 1700 ps

(m) 1800 ps

Fig. 2.14 Snapshots of void patterns for E4.

(1) 1750 ps
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§e303e!

(g) 1500 ps

(k) 1700 ps (1) 1750 ps

(m) 1800 ps

Fig. 2.15 Snapshots of void patterns for ES (more wettable).
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FRHEICRBIT DS ERRZEMDO R E & (Bubble Size), 35X ONE3 IR 5T /L AR DR
M2 L% Fig. 2.16 127" T . ROILEZLED 5 EIRAIEN B TRV M, H2DE A TRIADK
ET15. ZOXKIBOREC L RERS OERBENES -0, EAMREIE LT @I
PERPMRD TREWTZD, AR THW LS /NIRRT OENEEENKE S, K&K
1 OOKREUAVER L. Z2BEEICE LTI, BER CORERIEOEIC L 0 IZIFE—Efl
Lo TS,

20— T — 77110
— I Temperature(E3) 2
| 0
2 0 2
o | ©
B 3
s 5
x —20 ~

B 4200
- E2 -
B <100
M|
200 _
o) B E3 —
N 100} .
w = L 4
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o B 200
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3 B 4100
m - 4
a1 | | |

200 _
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Time (ps)

Fig. 2.16 Temperature, pressure and bubble size variations.
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WIZ B3 ICBITHAENEREOE L, BIOKHBEICBWIREKEDEZGTLE LR L
Lennard-Jones FifAD R AE S FER 27 5 315 S 7172 Spinodal #if & & & 121273, Spinodal HifROD
TR IR OB EHRARE R 2R LCE Y, WIRITMHE LR LIcZ ol Ficliz %
ZrirTEnE EnTna®. XHENIE Kinjo b X AWERIAAERO Y FEFEY I 2 L—
aODRRTH L. BERNBNCT AR DIEY, WKL Spinodal HIFRIZITV A E TRE 2B
EE (BHDHWIES) I A TSR0 5. HIZE 21X, T WEEmIREETH 1T E
RITHE TICRERBEBENLE L 22> THEY, 2B R E S E KR Z2 BT 501
RERTZANAF=PRIEL D720, [EPBELICSKRLTZDLEEILND.

O \ 3
L Saturation line / )
= | |AE2 AP2 Spinodal ling
o OE3 @P3
S i X
= OE4 mP4
©
S —20r-©E5 ¢ P5
0
(72]
o
D- - -
Homogeneous
—40}+ X Kinjo&Matsumoto |
| 1 (1996)
80 100 120

Temperature (K)

Fig. 2.17 Nucleation point and spinodal line.

WIZZIADEE /e K E ZNZ e o 7e & TATROILER LD, £ I BEE—EDSMET 500 ps
FEL, [YEOTLEESEREREEE L-MEBOVEEZRL 28Ik, ZRTEES
fizRDlz (Fig. 2.18). TFHEEETEE COWME S OE—E, & JEHMr 2k &, KiOBIEk
WO &Il D Z Mg, NI A—=FIZLHEKIEDOIIROENE R THD L, e PRE
22 BITHEVRIAD FREHE 2> S HfEN T &, ES TIESE2ICBEm ) OB TR ICIFEL TV D
TENGDD. RIAPKE L o TWDH Z b, BEREBERICEAT 2HO Y I 2L —va v
DR, [KEOTRICHY T 2SEmRICHE R/ RETT v hEE, ZOHE&ELAMN
O [E ARBE R 531 J& O IR E S & Fd T OB/ 0% k7=, Fig. 2.19 1%, B FERERIAR T >
X INVDIRE ¥gupe = esurr | Ear T &V, MEENZHEIMA & cosTER LTV 7 7 Th D, XENXEHE
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DYIal—ralyORTHY, FRITENCT 4y FTHEMRTHDH. AFIEORIET I 2
L—va CORERIE, KROBREIZIER—OER EIZRSTBY, FHEROMEAZRT Z L0350
NG, E7 B5 BXOPS ICELTIE, KD FIZEITEIRDBHEN AV IA AL TEH Y BEHIZ

PR L TR o0, RERE(LEZBET D L, WO FTEmIFICMHE L TCnD. £ 2 TH
UL DBEE 235 DF S He % 28 Ry THID Z & THBEIIC cosZ KD T- L 2 A, [A UEMROIE
FERICEDLZENGhoTo. DF0, EMIZLTWRWLDOD, BEROFEEER ZITTND L
WO ZENGIND.

L L] iy S —

e v
300, .

Height [A]

20

10

30 40
Radius [A] Radius [A] Radius [A] Radius [A]
(a) E2 (b) E3 (c) E4 (d) E5

Fig. 2.18 Two dimensional density distribution of bubbles.
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Fig. 2.19 Contact angle correlated with *gygp.
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FRIFFROKIAEAERL Y R 2 L —3 3 U TlE, ROV A ZARROLNTND T2 DITHRAAIIT 1 DD
RILVER LW, WA R Y S 2 b—3 a3 U THWE X 9 ARk CREREE 2 7S
DI LIFTTERN. Z2Z2 T, KUAAENE TOR LM GBI L OBAMEE Z IS -7
BARMICIE, E9RIEBERT 2 ERTTROILRE L OERE—E S CHEAETY, FHARRFFRN
(CRIAN AT D IRA OB %2 RS o 72, GHABRMG D 1450 ps (BEMHFRAE : 50.02 A) DOEfA,
B L1500 ps (BEMEIEERE : 50.27 A) ORERTROIERE (LD 756 D% % Z 21 Fig. 2.20
D(a), OWRT. ZNSDOEFIWO TH TN TH DN, K[IAAERFIHIIREL Bies. b)D%
BVTHER AT 256 KV ENZEN TR L X S ICRERKIAE L AT 2 DIZx LT, ()0
B3I L Z 2000 ps DIRFRTHR D R E XA 2 AED BBC/IZIE L, £ D% 1000 ps D fH]
IR E L 2o T2, F72, (b)DOEAITAER L7=5J8k: E 2500ps DR S CHEEICE - 7-.

10 | I 110
| Temperature |, ]
T 0 WMWWW&? —
S | :: o &
= 90 <&
o —10 I Pressure I I ] 2
3 | «W I &
@ 20 | i | .-
& | 70 5
—30r I Expansion ” 1 =
9] R %
-(%‘U 20:_ I —_ Continuous} } ]
Y C | — (a) 50.02 All ]
o 10} | — (b)50.27 A|| |
o) C | /
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Fig. 2.20 Nucleation process by stopping expansion at certain point.
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WIZ, FRTRABLONEEE TRESMICIERL, ZO®REE - ELRHCRIETLZ LT
KYAAERRE TORBKHZ AFES o 7. T ORR % Fig. 2.21 127”7, Fig. 2.20 (a) & xt/7 5% Fig.
221 QDFKMETIE, FBEZ 1000 ps OFFR FICITRIAEABITBIEZE S o7, —F, Fig.2.21
(b)DRFEIX Fig. 220 b) & [A—TH VD, ENHRREE TTFNDHDY, BIE 400 ps (T D FF 5 RFRH]
DRITEERICE > TN D.

10 T 110
|| 1

—_ |
Q 0? I | L ] X
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() —10 I =}
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2 20 \ | 2
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Fig. 2.21 Nucleation process of rapidly expanded system.

ZDE DI LTSN B 00> & 5 YT RIS A GRS & B B &, S =3.7x10°
em?s! L7 %. Fi, Fig. 220 X° Fig. 221 TRIEENB L L 10 A Z2#ix 5 & KIAENLE & 72
H2EDG, BAKIAEERIIZORETHL ERELND.

—J7, i AR RO RS O IR 7R M REE T C O AR STA AR DA RGREE Jy, 13(1.40) 0T
£ ENTE, Fig 2.18 (D) bR A Z VD &, Jy=2.0x10"" em™s”, F 725k 5
X8A &RV, WKMEAREFRRICAY I 2 b—va URERE LS —8T 5.
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$3F HERELOKEFEN I 2L— 32

3.1 FREAE

ARV A VL Fig 3.0 IRT R0, FTHE AR, Fmzdmatie:, %o m
i 2 JEEE SR G & Lie. 2o AR LIRS F 2 BROEREIC I 1T 2 faFifs TR E
L, D 100 ps OfF, WS, [FHESHE, ENEIUCKTHHER 7 — U 712 L 2 IR
%4772 5 72#%, Langevin iK' L5 A& ORERIBO A TEHEEZITR>Tho T,

x XMirror

Water Droplet

100.00 A

3 Layers
Solid Surface

P n

138.50 A AR

Fig. 3.1 System configuration of simulation of water droplet.

3AN BFERTUIvIL

KFERT o % W LTI, 1971 4£12 Rahman and Stillinger'¥7% BNS &7 /L % U T MD
FHRZITI o Tk, ZTHhETEZ O TRPITE L. £ IKDOIRIEF OREEE H
B4 2L 2AME LT, FESMOMNREFLAICIY ANTGZ 2 KRT vy Vv ThD.
ZOPTHRFET MATAEET VENMBREZZERE LI b DN H 50, AHFFRIZIBW T
FTONTHABRENG 2 2BV NEEZ NGO, 22 THAKET VOLEEFT 5.
AlEEF Lo FR RGN L LT, ST2 £ AN, TIP4P =57 141, SPCE 571119, cc =711
WEF LD, ST2 EF /L, TIP4P €7 )V, SPC/E £ T /MEIERIERNORT T ¥ X T A—H
HIRE LTERBRIIET L TH Y, CCET VL, BFNFIEORRNORT v v VR Z TN
TZIEFRRAET L TH S

AT, ZNHOFTROEMTHY 6 b, RERIZEEL LI HHETE S SPCE £
TV EEA L7z, SPC/E €7 /WX Fig. 3.2 ® X 512 OH ffEEZ 1 A & L, IEMUEAROHLIZ O K]
F, 2 OOTERIZ H R T2 BLE L7oEE2 & 0, O+ DOALE12-0.8476 e, H Jil{ DAL E 12+0.4238
e DSEMAMBELTWD., T2 TeldBRHEELHRT.
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i

H ‘~~\\~~\
(+0.4238 ) o

Fig. 3.2 SPC/E water model.

SFERT v VEEIIRO X 512, O JEFE D Lennard-Tones ART > v /L &, BEHE D7 —
OVIRT U VOFITEENSD. Lennard-Jones IRT ¥ L D/RT A—HIX, op=3.116A, &
=1.080x10' ) TH 5.

12 6
_ o 0
P00 = 4o - + z
o0 o0 i=O,HH j=0,HH T}

Fig. 3.3 1280 FEBEEICRB W T, O LBERMELE LT EEDORT Uy VRV F—% T,
IKEREAOEHEY 276 A, =%/ ¥ —|Z30kJ/mol TH 5.
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Fig. 3.3 Intermolecular potential of SPC/E water.
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K- AEBORT 2 v VB L TIE 1988 4512 Spohr and Heinzinger'™ 12 2 » TIRE SR
FTryvwl (LT SHAET Y% /L) L, 1994 4£(C Zhu and Philpott' 2 L » TIRE SR T v
VY NWATFZP R T vy V) ZRHWE, 2B ORT v ¥ /lid & I Holloway and Bennemann
(X BAKST L A4y T A5 — DR Hiickel FHECOUCHSW TR ENZ LD TH .

SH ART > ¥ ¥ WFROATEES.

¢H207m = Pop (”om > Popt )+ Pripy (rH]Pt )+ P (erm) (3.2)
Pop = [al exp(— blr)_ a exp(— bzl’)lf(p)-i— a, exp(— b3r)[1 - f(p)] (3.3)
bue = ayexp(=byr) (3.4)
(p)=expl-cp?) (3.5)

a;=1.8942x10"°J, b, =1.1004 1/A
a,=1.8863x10"°J, b, =1.0966 1/A
az;=10"17, by =5.3568 1/A
as=1.742x10"171,  by=127771/A
c=1.1004 1/A

I Tpd AL RE AT RO B b, TOET v v M phs N S OB O 5] S IE R
B LI R-THEY, AR TFOE LICMIERF1&HDL X5 REENZE L 2D, —J, KFE
JFAAZITBNR I TN D720, BERIR TR SR A2 W2 N ZEE 70 5. Fig.3412H
& fec(11D)if &K & DEIORT Y VOIKERT. 728, KO FIZOWTIBER 23 H
EIRFEZ N2 H R TEEL T 5.

20 T T T T T T T T T
g O O Hollow
2 0
2 O
2
! 1 O o
S O O
E - A-top Bridge
2 —— A-top site O O
o B ——— Bridge site
--------- Hollow site
| | | 1 1 L L 1 L
~40; 5 10

Distance from Surface [A]

Fig. 3.4 Potential energy between water and fcc(111) platinum surface (SH potential).
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1EHOASFFORE EAR S T R/LF—ME< 34 kI/mol &£ 72> TE Y, KEREGT R/ F—
® 30 kJ/mol £V HHEFRE 2GRN F—L oo TWA. Fig 3.512H% fec(11)ifi ED/NS 72
K7 FZAZ—OEEZ T, 10 FORIIMRIR T2 AR 2 M0 T, KIEFRFS Eamny
BLENLEICR D), 2 FLLECRDEMTLHZE D b, ZiUIKSZ M-SR S A0

Ty T HIBERED TN T2, K FRIED KB ET 2720 THD.

(a) One water molecule (b) Two water molecules
(c) Three water molecules (d) Four water molecules

Fig. 3.5 Small water clusters on fcc(111) platinum surface(SH potentail).

—F, ZP KT ¥ x MTIROAXD L D12, KoTOEME, ZRUIL>TEL 28BN OBE
DEMRE DMID Coulomb RT > ¥ /L & FHEF Lennard-Jones IRT > > v /L, KB IR T v

¥ILOMTERED.
¢H20—surf ¢H20 cond + ¢an (O r0)+ ¢1sr O l'O + Z[ + ¢15r (H I, )] (36)
H
¢H70—cond = M (37)
' 27
( ) . 2 6 . 2 3
Pu\pi1, )= 46 T - "5 (3-8
thZ [(appj)z+zpj2] ((ppi/a)z+zpj2
10
T e Y (3.9)
J i
a=0.8

O0-pt — 270A EO-Pt — 644><10 J Copt—lzg
O'H_ptzz.SSA, 8H_pt:3.91><10— J, C]-[_ptzl.z
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KT EDHORT v ¥ VOIBIREZ RS, fEAHERECH SALEOBRIT SH AR T v v v &H
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Fig. 3.6 Potential energy between water and fcc(111) platinum surface (ZP potential).
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313 AR D FENEE
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Fig. 3.7 Definition of Euler angle.

DL X 2B ERE RN S 7 FERE R~ D BT A 1

cosgcosy —singcos@siny  singcosy —cosgcosfsiny  sindsiny
A =| —cosg@siniy —singcosfcosyy —singsiny —cosgcosfcosy sindcosy (3.10)
sin ¢sin @ —cos¢sind cos@

L%, ZEREERICBT 20 FOAESREEZ L' L5 &, BEROES) AT

dLs
dt

T (3.11)
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ThH2b6ND. 72720 T IR ZEMEBERICB T 50 2@ M7 Th 5.
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L" (AL,
"= 1;f = (I”f) (3.12)
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o =L L)

ZIZT, Ly Ly, LIZEEMET—X2MTHE. £, AEEe & Buler AORKMEMKY S, 6, v

& ORI

a)xb = @sinOsiny + O cosy

a)yb =(15sin900sy/—ésiny/ (3.13)
w." =pcosO+yr
DRSS, Zhkd, 0, witoWTHEL &,
¢;:w b sin1//+w b COSY/
Y sin@ 7 sinf
(3.14)

O=w" b
=w, cosy —w, siny

b cos @ sin » cosd cos b
. v _ w, - id + o,
sin @ sin @

v=-o

L%, ZOROEDICRERATDE, ¢, 0, yiig, 6, wbAEREL ORKE LTEE

—

nos.
LA CREEOEEES 2 0k TE 58, Kb g, 0, v ZRODHEE, 030 £iidnd L i

EAFMLCLES. ZOMBEAZEBRT D T L LT4 ik MEh 5 HiEnaEHsns®.
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cos(gj cos( + WJ
2 2
q _
ql sin[gjcos[¢ 2l//)
q=| ' |= 0 (4 (3.15)
9 sin(—j sin( id j
q, 2 2
o P+
cos| — [sin|
(5%
TS 4 OOEEITIT
q12+%2+%2+q42 =1 (3.16)

DOEERH Y, ML T 2D 3ETHD. 40k E VD & EFEAEATS A TR K 9
2725,
%2 +q22 _%2 _942

2(612‘13 +Q1Q4) 2(%‘14 _%%)

A= 2(%% _%%) Q12 _%2 +Q32 _Q42 2(‘]3% +Q1Q2) (3.17)
2 2 2 2
29,9, +9:4.) Ag:q0-99:) @ -9~ +4.
S BT 4 L ORI S & AEEOMICIX
9 9 49, —q; —q,| 0
] b
— w
q= ‘]"2 I 9, q, q, q3 xb :me (3.18)
q; q; 4,4 9 ~—4 |0,
‘L q9; —4, q, 9, wzb

DEAFRADL Y SLHT2 0, KR Rz b HOXDED Y IZ Z O 2 BUEfE o3I RIESER 2357 1T 5 .
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3.1.4 HETES

BAEFE D I CIXRTE & FERICHEETROYEZ V0 S . L LI O RERIFE S Tl T 4 ok o R4
55 qERDDHES, o P TRL q bRELRLT-0, B ICHEEEROEZ BT 2 &
ZTERV. ZZTUTFTOL S REEEROEDZ V5.

U)Iﬂﬁzﬁ&——A0+%Aﬁ%ﬁ
) L()=A)L

@ 0= 4oy

4) q

(5) q|t+—At %Fﬁu\TA(H%At), Q(t+%At) ZitET 5.

VLB Hefig D #

(6) Ls(t+%Atj=Ls[t—
(7) L triar = Al Ll e e La
2 2 2
Lab[t+1At)
_\ 2 )

I b

aa

Atj + AT (1)

N | —

@)wf@+%Aq=

» X=X, ),Z

9) qr+Ar)=q(e)+ AtQ(l + % Atj(ob [t + %At)
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Fig. 3.8 Snapshots of water droplet on fcc(111) platinum surface. (SH potential, N=2048)
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Fig. 3.9 Variations of total dipole moment.
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Fig. 3.10 Expansion of water-platinum contact area.
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Fig. 3.11 Expansion of water-platinum contact area (temperature effect).
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(a) N=864 (b) N=2048
Fig. 3.12 Two dimensional density distribution of water droplet (SH potential).
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Fig. 3.13 Two dimensional density distribution of water droplet (ZP potential).
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Fig. 3.14 Lennard-Jones liquid droplet on solid surface.
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(a) SH potential . (b) ZP potential

Fig. 3.15 Snapshots of first layer on fcc(111) (N=2048).
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(a) fee(111)

(b) fcc(100) (c) foe(110)

Fig. 3.16 Comparison of surface structure (SH potential, N=864).

(a) fee(111)

(b) fec(100) (c) fec(110)

Fig. 3.17 Comparison of surface structure (ZP potential, N=864).
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