® ME

o 4%o] 29| BB Ther] AETE(chy
minerals) A THFeE Fofof] EE= FES
Q. WA WEBES ABEoR ogd
EY Edolu AAd A IS A
(nuclear waste repository) ZAEoA WAISAZ
of g Aojal BT 1D ek ok
2HGrambow, 2016; Marry et al., 2008), OJAt
SlebA9] AZEA A (geological CO; storage)©]|
A ARAIEY
(caprock)®] FQ2 FEZ LA SIchBenson
et al., 2008; Romanov et al., 2010). AELE
o w3 ooRE, T 1A hemg,

oYrts £ 94 2D E0) Az 5 B

S Ae 9
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el Aol EAREE 9+

gt HopoflA 8T JhHABEI A
9, 2016; oA 9|, 2007; Harvey et al.,
1996). o]¥l Tt 38442 FEFEC]
3t -S-8}SKapplied science) L 7]Z1}8HKbasic
science) AT7F SAlO S| AP Ut

HEFES] O 8482 1 =53 2
FFRo|A 70e JAEGES ZHASH
APEAISO] MELR] FHZ ASH IHY
TARFREE=EA, 11 27l mle|3E(micronmeter)
52 7HItKSposito et al., 1999). ZHA|
ot AFEAS QoIS W ol e
HAEDE Yof 3+x4 AdK(structural charge)E
do7|il, FH(micas)?te G| o] 23
t= AEFE 3700 ooy & 47t
ol 4 A 319 He(nanometer)Ato]=

=
[e)
O
R
=

ofr
)

N
3=l



of(poresyE BASHA Rtk HAIRE AR=7I9}
Ul Xo|(nano pores)= FJELEZ dlojF
- S-S FEHZ(surface areas)S 7FA|A Sk,
HEZES] o320 #A]Z(macroscopic)
/720l B (adsorption  capacity), -S-HHA]
(theology), -a-d(swelling)S z+A sith &,
HEFEY AAFH BHS EAREE(molecular
scale)®] 7]2t0 2 olsid 4= Qurt. wEhA A
EFES] Eiakebd ddo] Higt #A=o]
AdTe ARFES 545 skt -85t
=t W 8% 7|ZRAAS AT S Uk

N HFEHE Aol EXER(molecular
modeling) AIHL HEFES EATES
2 ofsfsk= d A 75t vk =E, &
FEA Ayl AAEu]d Algo] W AHH

2 AT A, BHEA} L YA Al
2 Agen s dEPEe ozl HUS
o] ofs) ABHORE LA oS- of
Aot QA+ $-F(atomistic level)Q] EAEE
< AgHely s doHEgA] #E A
TR s olgHA o, Az olsfut
TAS olEoU7|& jitt of7]ofMe EAR
A ol FEFEC A8S 2
7rErs| AfRl.

ol

EXt2EE (molecular modeling)

E48 EAue 2AD B ek
= 71E AXNEY
E49] A2
AxsHe H
THHochella Jr, 2008). = A37]7
Ao w2t AEdE ¥ Uk =

—‘;rﬁ

Ao A
2=

71

Qo] Tet TR Beslera @] s
HAR, ofd B AYEe] Het HAURE
FHsiE] AV Bk o2 Resb)
St AT WEe Eudwe HEyss
e e Aol ol wRETIE A
S0l olsfe % Al ST,

=
° g, 2m)2 A4 AFT & ek E
9] Wast BEEH|, XN 2L
S A e A0 S 9lo] AR
AL FHSAL 5 Uk BANe £
ARYYS stefe PHE LR e
NP Aol BASGAR, Aol A
amegoel @ IdE clEsolrd ALw

2o gt 7|E ARgte g T A
A8 & A =T B8 wdPss A
AHIOl F7|(model size)?} HRS- /\]7}(time

scale)> A AFo| H|sto] oHs] =

A% WA g AFeSl A5 9 ¥
oZ e gigh e BEE BYs t

ARG e o HEEE AgHEn
(a9 1). AT ok= A|AH ddel=
AR} $Z29] LR HH(structural model)S FH]
St o, F2EE U9l HAE AlelY] AR
X]—.Q._- 7:“/(]—01.0:1 Al o-]_L]- _L]—EZ]Q A‘]O 7:“A]—
sk Y, 183 At AaE BAske 1Y

-

o.

og etk WA Alol9] AuAgZ ALt
= "ol F2  Ur¥gkro]Z(density

functional theory)a} E24] EA5H K classical

molecular dynamics simulation) A]Eg]|o]40]

AgH. FESoN BAmee [8o ojg

ok!

=1t

2

O
=
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AAISE 82 “Molecular modeling theory:
application in the geosciences”(Cygan and Kubiki,
2001014 ok =9Ik, ok 9j9] = 7}
A WgRiol diste] htstAl A2 skict

‘-E—II- gl HhH (Molecular Modeling Methods)‘

c
o
. . . .5
Preparation Computation Analysis &
©
>
A #Z THX-ray or Neutron YRfA T Ao
diffraction) (Quantum mechanics) I
EEHAER e 72 900 =) oA
— -8ixjzt 72|
-szgEas
. -B0A (B8Y)
[m sz
-5

YEESE
Aol o4 5%

0|
- suuN sy

HEYE 71X 2¥Y

[ AN AN AN AN

- 2oum sy
~O{x]0f GHE 4470]
srisel 350 o

I

{J

a8 1. SARZE HEE UEs 2AE

S =H5E4-0|2(Density Functional
Theory)

Lol E2 Alrist 9 3 A7
Wt ) AR el quantum meshanics)
Arbgrgoltt. A elollA= slet Hkgof &
Wiom Wolsin BHE BRI WA
(electron)o]] TSt +E|Y7(Schrodinger) THs
WA S petogn EFo AL ol
ot FEPEA A AddlelEA o
ZolAY 7PH¥<S(adjustable parameters)S AF
&3t 7] wiZoll, IRt A Al
1992 (first principles E+= ab initio) AAFH
olgti: sttt 18y, thdANmany electrons)
2 ololxl ArHY A9 AT 719 4T
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Zg Ajto] i EsiM FEPEA whs
B9 g ke Aol 7k stAY |-
offth. A= SRS Alike H8E
T e A2ES "2 Y A= o]Fod
AR 2R Ao 29| XA ZghE]o] Qlrk.
LrHokrolE2 ofd vRl AlA"e] A
£ a8 ¢ Qe difte® AREEI Qi

YUr-Hskrol 22 1960¢T]  Hohenberg,
Kohn, 12|31 Sham(Hohenberg and Kohn,
1964; Kohn and Sham, 1965)] 2J&] AQt=]Q)
O WEHEolEolL, e HERR
SfE ok Al AR E(electron density) S
ol-gsto] thARRA|AIS] v dEl(ground state)
of siFsk= oUAE AR, ErHelro]
£0| B 22 oA AAlR d AREE
I e FE olfe RS Y EET A
SAES AR shtel YA HAESo] oF
= AAEE Apolo] HHlEURZ YER ]
izol uhsekre] SiE Fohs ARG ALtol
2 2ids] ey AxE 7] webA)
T 2o AR A ARE-S GGA(generalized
gradient approximation)t} LDA(local density
approximation)’} & AREH; HELGE o
Tol= GGAZF o] AREEh DrHolro]
B2 ol8st AEFES AR, ARt
A & FELZe} eHAJAd 2 (elastic properties),
oy, A&} #+x 5= 7IEAer AL &
9lth. DFT At F=2X CASTEP(Clark ef al.,
2005), VASP(Kresse ef al., 1996), QUANTUM
ESPRESSO(Giannozzi et al., 2009) So] %z
A8 ek



244l XIS BIAIZ01M(Classical
molecular dynamics simulation)
24 ERsgeAEY el EAFYSt
(molecular mechanics)& 7|§to =g 3t} EX}
oggt ALHEE ARGS9 ARE
TSR] AL, AARIS] AA| oA E Hst
£ U 94 B ol2E9Y A2AE oy

(F30IUA, ¥HEE2EA ovz] 5HE Yehd
ot ASARE oUAE= 7Pt‘4‘2“';—’F7P 3
analytical FpE UERUH, o] AREE=

E4 7P¥s MEE force ﬁeldE]- st} wet
Al ovA] Akt Aake] Her= 7hHHAS9
Zl(quality)oll o=t Z4E 4= Atk Force field
= TR 7|E9 AF HolH E= A
gt ALEIE EAste] A€ Force
fieldo] AFgo =2 Bz}ASt ARRS QA}sH A
g T gl e e AR A
qd 2 A2 digt AXE Zhsotct

o 4% iR HERE ExjelstAo]
= clayFF(Cygan et al., 2004) force field7}
AFgEI9ieh

gom pk Asdel ouAzyE 4R
Z7bo] ZLals Ble ARlel, ol -
LEWHAL ojgalel A7io] W UAEo)
Axe £E AARITE Foidl 2=t AY
20 AR YR £reRE A9
radial distribution & 3JE+3% &7t ol &
AAZQ} ZHe. =ojst HYEZ S 2 9k
S BARSSARE ool gt Hrt ARt
AHL Frenkel and Smit(2002)2] “Understanding
molecular simulation” 5olA4] ZolE 4= QIr}
AR HATE o 2 A8
L AXl F=E= LAMMPS (Plimpton, 1995),

FORCITE(Accelrys, 2016), GROMACS(D. van
der Spoel et al., 2014) 5°] 3t}

METSO| BRY
@E%‘j-‘l] S Alelol Eoly f7lEe
HEE FATE solut Burh AA
Bad @E%%Ol THe HEAA EA
% Stelth HEFEY B8 H=s
stet S3t %‘%ﬂ‘ﬁ U= ol F

—_

|

rr

0

4
?io

20 1 #9551 9
sem eolEillie) Aok BeAo)
Y8g HoEA SR Navh PRE B
ZUo]E(montmorillonite)L} AFEL}O]E(saponite)
o] Aeole BRAHY AES Hllth EIL
FHl0] 417} Eowl o] FpEs 2 2
o] 47h wWotbx HEZES FHART A
A7 weky Rl 2RI S0 B B
A= o2 FIAIEA T ol Wt 1-3
719 &L o|E 4 QUtHCases et al., 1992).
18] 2= 300K, 0.1 MPaojlx] 2R o]
E9] fGfAde dvst BRI ES 0l
Z3o]tHCygan et al., 2012). A4 ZHH
EagayolEs] ZAZE o 15 AT
e, B B0l TS MRS 1 7
FoleZ THeE & FAPL F 719 5= °l
B Ao /1A= 2HFu ef al., 1990)(1
& 2). Cygan et al (2012)2] EARE oM =H]
old Akl Axp= 7|0 =9 ool wE
ERERYO|ES] FHAT FT7HE ¢HHSHA
Adsiion, 9w & A L72RE /5
& 7S e SIS EANs St
AlEdolde ERERUOIE F7F Abojol=
29 % B4 BE 1see AN,

F

JE OIN

_1

=14
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30

Nay(Si, Al (Al, Mg,)Ou(OH),snH,0O
~~ Lz | 4unit cell basis %4
<( 5 !!ii
pa— I!
o ¥
5 20 b !!I!! MD Simulation
1] sett
-3 =
1 L3
T 5/ "-" [ ]
— si' *)
= e Experimental s
@ N Fu et al. (1990) S *¥
10 >
0.0 0.1 0.2 03 0.4 0.5 0.6 0.7
IVIH O / Mclay

I8 2. 2RE2HO0|E 7t & Y0 ME SUHEE ALet 2XsHst
AlE20[M A1t [Reprinted with permission from Cygan et
al,, (2012). Copyright 2012 American Chemical Society]

J9 32 EAEGSAIEG ]S ol8stel  EUo]E9] FIt Alojofl $IX|gh I Na'
AL Na-AFELLo] E(Na-saponite)2] Z7F Alo] 9} 0%, H'9 density profileZM, 435} Na’
of & Bl BREol Y= TR BASY o] BRAUl 32 FAsn e A

Joldo] HEFES duht ApAlslal  Holzrh o] AlEdold Adke 71E XA 3
I

AlEd |
SHA A+ &+ U= X HoZFoh Naib neutron S}AZTIR} XS (Ferrage et al., 2011).

3517

oZ‘_. _19_“._

Interlayer water organization

(Bi-hydrated low-charge saponite) X-ray diffraction

X0 A 4

; 0.45

Neutron diffraction
H&O

0.45 06 0.75
Neutron diffraction

X5 A
0.15 03 0.45 06 0.75

1/d (A1)

J3 3. EXSYEAE 01 a2 P2 saponite?] &7t Na2t 28 2APt &2
0|2= TX(Zf: density profile; @i X-ray E= neutron 3& Za)).
[Reprinted with permission from Ferrage et a/,(2011) Copyright
2012 American Chemical Society]
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HEZ=-=8A CO2 FAl
19 Ao}l AR FHedh AHE
QIsf F7Fol= COnz FA3 7|1 eske} A+t
21319] 7S dor|a itk di7|E HiE
e COE AAPIE 7IE A oY Y
o

goflA] o]Fofz|aL glom, JEdE e 7k

A
Az Afoks 7ol B2 TS
9lthBenson et al., 2008). HELGES
A COt Her Ale Ze
(sealing) Q7iY9] F8 FEolth
oA FEFZES 24
Ala(intercalation)d 4 ASS JZHoIIH
(Cygan et al., 2012). olo] ug} CO7} HE

FE Sl SAE "o SgdskE 24 &

(001) d-spacing (A)

AL BolA olsfistr] #1%
o] tfFEo], M EAEH3
7} EEsHA A=A ek
19 4= 310K, 20 MPao|A CO7} 2r &
ELO|E JFZto| EAE e ALkt &b
HelrlEgold Aolth(Cygan et al., 2012).
FANEASo] o5k, Na-ZHIAZUo|E J3t
o CO7t 282 W, 3 Fol2 Na'& CO
@} HHFZA o7 4 ujYS(coordination number)S

o 7ol BaK
POl A7

AL, €O, A WEGE S} A B
A djgsch B ARl e 7t

E EA9} CO, vlge] wet 2RgRyo]
£l JFHOR ofgA Hskele

I01I ,O.ZI I04
Mo /M

clay

O 4. (2 SNSHSAEY0MCR 2 CO/t XlzdE =ZEZUOIE. () SASHAIZ 0=

ALet 2-CO, RAMYY ME 2RLZUHO0|EQ F7t72] Hakred dots =

= A X

X2 4L blue dots =

o
=8 E9).

CO% & AL &N
[Reprinted with permission from Cygan

et al,(2012). Copyright 2012 American Chemical Society]



Z7Ninterlayer), 2% 7|AHEH(basal surface),
I8 HEPES =M HH(lateral edge
surface) 0 & U 4= Stk S} 714 EHA
it At @ol M=o gANL =2 24
& Ao RE AR SHEHS AEA A7t
2 AlgkE v glom, ¥ 2o HH
72 A AUdos T Yo UA ek

Newton and Kwon(2016)2 Na-ZEHZL}
O|EQ] “AC” &Y 25 #ARETS 59
el Q7S ANSAHIY ). BAE
AR EF oA ARBEE ClayFF= T2
bulk FEo|Y 7|MEH o] AREE] £

P i

I, HEZE ¥ A7 AP force field=
ofY 3 ERo|NU UPHoz WPl
£kt 124}, Newton and Kwon(2016)0] 7|&
o clayFFS Zg3l0] DFT Al 37 24
FgEHoldE st 2y, AT &
< FAgALE ARt dAskE AHE B
oIFoEM clayFF7l HEYE FUATAE
A8 5 e SRS HolEolt U
SHAto] AlE/gol B EAIRE Akto] B Al
to] A2}7] 2o clayFFE ©-&3t BAES
MEdolde Aoy DFTOA HAES
U= 7S 7l o EE RS A
12 4 Av= d1 2 927t 0t Newton
Kwon(2016) AFZ7= EJF SHEHO|

> -l}. o N

2
a

38 5. BXSYSAZH0|MOZ HbtSt Na-22ZLI0|EQ] ZHHEMH(green=Mg;
magenta=Al). [Reprinted with permission from Newton and Kwon

(2016)]
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® 2=
240] 42 sl AsiaE AR
~ER} 50] s)ge] det 2EA2 olsit
gashh YEBRL Hold AAEH 1 &
84o] Bugistel AAHoR MY we F
o el ek ol sk ST Aok
oMM HEFB dhdt SIS 71Z0}
a7 A9 slod, 1 FoIME A
of ol wet AEA WeE Y= HAw
99 AT Hops HEYET 2L g
27D ol ATsPle] Mgk
Shtolch. EARdY A7 F9 A
Hol 4] Aol A THIES
29e Egons A ATy
B A 4 Sl w2 e dsos
A BYEY AU B AL
Aol AAHORE B

X*Ee A2 o+ S Ao, o= HEF=E
] 1

‘

i

S871&0NA9] A AAo] H & Utk

At 29 AEYeHE FE 10-8 me}
10-9 sec AAIYY A|AH”0] Hgslr] o],
AEGEY 44 Ex= EH JEZ= A

o] Ao Agd &2 FAH(<10-5 me} 10-5 sec
2AY)E Aok dl AT itk FZolls
45 2] UAE 1Y) bead Lhehyo] A
AFel= coarse-grained MD AJEH|o]4 HIHHo]
AREE|TL QIcK(Suter et al., 2015). Z}Zye]
A% e ou A 2E U4 B o
el agon dEomM AN AAUS
Yelolek. o] e wuAt Aot
2ofof|A ol ARgEo] ANt HEFE <

lg_o]J:
a1 T—

TFolA= FZolAol BEAAY ndy HY
o=z Z8H7] ARSUtKSuter er al, 2015).
UOTE DFT PASH AlloAEy AR
0] MD Al&EHo]Ad 18]3l coarse-grained
AlEEoldo] o2& HE AAYY] EXEY
B2 AEGE Aol 44 Ao R
AR o= 7|tttk

® MAb
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