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TN NARGTEE LT tetra- 7 LV OMGE S T2 2 Lb—T a BT AE L
Wyt o> BEAR

LA a OB TR v —7 BN

[F65 ] R SIEEN T 72 25 2 FEFAD Tetra-PEG 47 17> HAERKL &4 D Tetra-PEG 7 /VIEMh D 77 /v

RT3y NU— I BEEERT D12 ERNMbN TS, L, IEOWFIET tetra-

PEG 7 /L % iR CIERRT D &, AEELEO RN SFDEET 2 2 &G SN2, ZOH%

ITHAE Y 72 2 b—va UV THEBEINTWS[3], L., IO E T Vit 1

MRDBEZZ LN TR LT, WL T OBENKEZ 5, D7D, RBFSE TS THEFT
A LUTZHAUEET V&2 VTS & o IR 23R4 LTz,

[E7 1] VR ~—DIE S bAEZX TW A —AREZ >R & L CTHAUE L7, RiriX
I AR L > THIEFICHEA L TRBY . o FNHAEERIZ L > CHEEEEZHERF LTz, 01
Wk &5 FRUFR D1 Flory-Krigbaum H o> v 7 s a 7 RT vy vaE W4l R IE
NI A—=LZENZ Lo TS ZE LS T, iR R OEBIEMEEA R L 72T Y 2
FERXTRER Lz, 22000 2@EEDO T LR Y ~—0FEIEET 5% TR T OBD D
B2 HERNREA ST 2 EICL 0D v I 2 b—v a U EBITo T2, BRGSO 1T

R PE EE kA o TEE S E T, BBRUSERD 95% TRISZ 1D, 1471

BB HEE T RAFA L, YIab—varARy
JAD 1IOEL =128ToH Y |, FAMIERREEZR LT, 0 F58EM =
47200CTH Y . BEEc ~ 0.09DF R TOHETH D,
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Tetra-PEG Z /WG 7Z MIZHARTE—k 32y V= MER RN T 25 Z e DH 5
NTEHBH, ZOHHERIIT7 7V b2axy VT —=FETATEILERTE S Z 255 H
TWb, ¥, ¥I2lb—2aYeERONN-UTAEHO—-HRBERDBEEMNED
METIER N TWVWS, LaL, RIEDIFSET tetra-PEG 7L % fiEEE CTIEKR T %
Y. BEZEOCREOMHESEES 2 2 e G SNz, ZOHRPUIHBLT F> I 21—
Parv THHIHINTWS, ST TF7 LD EMEEIHEE OMEICKEREELZRZIT 5
ZEDBHLENTWS, Lol BEYS XD 2HEROIFVIETZ FFHANONT
W, T THERETEE D & ¥ 2 (L X8 2RoME & 12k 2 sty 7>
Ral—aryrEHOTHE LR, BEOLX2Z(LIE I hEE LT FEKFIHEA
TERHORE 2 (NS 2/ RIGEEZZLE T2 HED 2 D% vz, MG
TWEFIMHEERAZRL LTW &, BEOSEI/NILRDE e RRULi, HIERC
BLTHFRIMHEERPBRWVEY ER T2 2 2R Lz, WERER Y T — I HE
DHENAEEDH /=D OFARIRTH 2 A 7NV 7 el LTz, 77 bty VU —2
ETNATIEHERIVA IV VI eAIFETH DI TFEIND, T FREIFIHEERHI
X0 EEPENT 204 707 7 DEIZEL LRV, £2. FAOMBEEAD L
DTS —ICBMLTWERTHY A 7T > 7 elERoO—HIIR s hizdr -
T2 RODHE Z ZL S B E I RICHEEDBEVIZEEEO L XMW REL LD eN
Dhrotz, UL, MERBIUOH A VT U 7I3EERE(IZET., #ER Y4~

NZ Y7 D—BIIRLNR NV, ZDLDEED L XNDH 5 HERTIIHMERZT A 71
Z VTR T 2 2 I TERWV R 7=,
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1.1 I

Freid. @A FORBLT I XTHEBEZER L. ZONEIEREEATWETH S [1). @7
TOREHRACE 2 ED D, 1 DHOIEAREIC X 2 R HNREE. 2 DHIELERE T Hwizn]
HHIRERTDH 2, TNENORE» R Z 7 VvE HEETS V), TSV w5, (LESVEED T
ZWRPCRBRISSE S 22k o T $RBEMAIL E/ ~—2HHEEZELILITE- T, 3 XL
MEME LIRS 5, fle LT, RUVT72ZVLT7 I RFARKI AT LaA— AT bbb, —HTY
M VEIREZER ph ZLFIC K o T3 RICMEZTEM S 2, Hlid. 7R —RFAREFF 7N T
Hb, @A TFTMIBRAIZICHB E TV 5, Eﬁﬁ%tbf\_Ak%<mt®ﬁm\kﬁm$ﬂ/&
ML RXRBREDOHHAMMPE TN S, Tz, NLHEEEE e AN TIE R EDERTENDIGH b HfF
nTW3 [2,3],

1.1.1 B9FTILOFRE—H

ST NI A B —HEER R T 2 Z e pHIONTE D [4]. BEOBEIC X 2 R —HS
BABVRNL—THEIC K 2 bR Y —REG—UFEDD 2, EHTOBRARVIZEBRE ART DT

. HOMCEEEEER T2 ickb, — T b— FHEE 2 R UEBAICE - TL B8
(7740 —=—=7)DZ T, FAMDEDTLIEME L TOWRWIDHERNCHEN R RBEREEZ NS
%, INBHDORY—HEEZED Tr VDO EEE IR 2 RERFER > TWVW5E, 2D, #H
DA DRI AEND DRV —REZ RO 7 V2 FR L X5 v T3 HARRETDODNTS
b, DT NOMERFHRIEIRA BRFTEND 5, G2, BEARINC X 27U TH 5, 157 FICE
GHEE 2 0 OYHEL R v —%iRBY, EARICEETIREZ X ME-EIN S, ChiiF oL
HAWKKZ 7 UL EbNd, ZORNCERV T Z VAT I RFADRDH S 5l T DIFTETIERIEGZ Hl{#H
TEHIEBHETH D, HICE o TRISDETEEVARZ S, ZHUTX D ZEZE O~ T I 1<
V== RBRT 2 2 ebhoTnd, Icd v MBI L [6] Shk4 REBHTEIC X DIERX N7
RVA I RPN T REPE—REEEBIEL TERIN, 2607503, Bkoy v e g iug
H—nEHY X5, KEF [7) TRENZRY 4 I REVIZIEFICHEELREZR LD, BErEETH
D, ZEA =A% T0CHilills 2 DI3RETH L L EDATVS
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1.1.2 737

BRI MBI HEEREO#L X w5 REOFHEZ RIR L 72 D23 Tetra-PEG 7V [8] TH %,
WH O 2 BEO R 2 KHRIEEERL, P TROR - LWUEREEO~ I nE ) ~—2 55 L2 ER
T2 Z &b Tetra-PEG F LV EAEH LTz (9], D7V OREE IS/ N METEEL (SANS) SR HIYEHL
£l (SLS) TRMilixhTH b, EREEIH TR My (~ 40 x 10°) 2 +0E WA IIZEREN 2 4 55K Y
=2y PV —=ZIGEWEEDTERE NS T EARENT WS (10, 2D Tetra-PEG 713, KIARBIHI
O ICPLIS 5 10MPa LLEOREWIEE % 50,

~ 107 %m

1.1: Tetra-PEG DX, Wi DKk 53,

1.2 #WEEScHFEYE

BT NDIEYEGE 3 JOTREREE OB ERE LRI 2, TONFIEEFICE T FHO T b
O —EEICHET 2 [11]. X550, MEMEDEES X OES THI TEIHE Vo
TSN BRI KIF T 3 [12]. 2D7®. MO T AON¥YEEW ST O7=01E, FMEME
LYt OB Z ISR T 2 BN DH B, DI LIF, FALORERESFEEL., S S5ICREEDHR
KRN r ARl zakat 32 L TH M THEETDH %,

1.2.1 [BH-0F HEH

RO YR VT A LIS OB TIN5, 61 o1&, BAHEHEDZD D LTRIN, X
RTEREN 3,

o= — (1.1)

ZZT. FREMUZS, S BARZHEORENEHETH 2, 03 A e ld. iMROEFEDOEEWE HERIT
mELTRL, XATERINS,

(1.2)
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22Ty Lol3HERTOEEOUHE X, LIHEZRORHOEXTH 2, HEE N IZUVTA e ZHVTY

TTHREIN S,
A=¢e+1 (1.3)

U BN VT AICBEBOERNFEL. T I TERLLZDIIRWICH ERFOTAEIINS &
THd, WHEUVFTAEDORRE T Y b LEDHIEH-OF AR (S-S H—7) tEDLNLEBDTH %,
SFERANC S-S 71— 77 HIFERI OB I, BT RR E kA BRI E1S 2 2B TE 2, A THEAET
BISTNI RIS TH D FEEOREIZISH T ¥ YV ERWTUFORXTHE 2,

Op = Osy — w (1.4)

WFENIPMERT2E e HAERLTVS, R (1.4) TE z BAMHELREGETH 5,

1.2.2 BRAER

MR 23S N-0FAEH 2RI T 2MEHRATH 5, F Lol Eilid s 2 &b Bl T2
RICHAA T FT7VETN [13-15] LWV DOLH D, HEE N ZHOTUTORTRINS,
nkgT
1%
ZZT, o3BT, V IR, n 3B NICES 2580 HOMEL kg3 ALy < Y ERL T 3IRETH 3
FsHE IZEBREOHDO Z e TH 2, 247 v X7 VETNVEHERD TN TOERIIER T > VL
T CRICK o TR TES720, TAINF RO ALRTEMTE, ZORS FELRETH 2 REX
HOATHARTEZ L WHRELHE TN TWS, #ER G IR TtRIh D,

(A=27?) (1.5)

nkgT
1%
G IR VIZM O HOBBEETH 2, 22 TO G IEIMHERTH 2, R (1.5) 1774 % v b
T—ZFFNLE VI LRDREZEH VA Y NI —ZFF A0 5RD 5N 2 HER L AREOFREZRT,
1) REERIIE TN TOHO R 2 FARMBEEHIEBIN TORVWHARHE AL THZ I, 2) &
BicBOWTHRBEZLIER W . 3) v 7 e REBIEI 7 akEZFBICHET 2 Z L, 4) &4 DEHOEIKP
FCEIE A Y RMEHCRlil T2 2 AT, MO Y bub— 3oy b — ORI TIIETE 3
T,

L2 L. EBEORTEI 7 uaREH~ 7 a REBICHER2IHIET 2 0813k < S TEs v
TVWTEWETTHS, ZOWLEEZERLILET AR 7 7Y PA%xy N7 —=ZFFT LWV, James &
Guth Tk o TEREIN [16] 77> F oty V=7 ETLTIREHERNRDLTRI NS,

G:

= I/kBT (16)

G:<y—?0mg (1.7)

fEHEHODEHTH S, ZZTR (1.7) D v —2w/f DEFTOVTEZ B, RMHAZVELEEEE
Z. VAT LEROLEER O E 1. YR T LAEROFSEOE V' & Lz, 2 DORNITIERDOEEFRD
HoHZepTHEhE (17,
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ZZT, CEHRBORMERL TWVWE., BT ATIRIERICKEREETH 2720 (1.9) DRZDIE
DIFEWETZ2IeDTES, 2T MOCHAIALT Y7 ELMENIRIIE=E/V THD, T
NEDRX (1.7) BRDO XS BIBICEZHZ 20 TE S,

G = ¢kpT (1.10)

FERNIZIF 7z Tetra-PEG 7L OFER L€ 7L O [18] 17O TE D, BENERDI L7 7
VEPAFRY VI —TETFAMRLT T4V FY NI — T ETIIVICER TS XA TWS,

13 YZalL—>3y

EAFRECBVT, YIalb—a Yi3WENTEZBRAT 27006 %FERe LTASAHEA
TW3 19, BT, Z A HEMEOYHEZHEMET 2 ETd >y Ial—ya Y3EERKEZRLT
B, ZLOMETZOEAEINREINT VS 2023, ¥ I a2l —>a YFERKII 7 F#HNI¥%ES I
L —2 3 ¥ (Molecular Dynamics, MD) %€ > 741 nuik (Monte Carlo method, MC) R E¥NH 5,
ZOPTHARMAETIE, FEIX F2HIRL OO FOVHNE Z BT $ 5 7-0, ML TSI 2
L—ya v ERALLZ, MBS FYIar—yaryoffEFle LTEESFHELE - "X EHWT
FI#IL 3 %2 Kremer-Grest €7 V0% % [24], Duering & 1% Kremer-Grest €7 L% FH\WTHE 7 TH#EHE
DI alb—yarziTv., BEELREE. SHORBKEH IR G(t) OMEEIERKEEC RGO H A
FIIA N7 v FPRICEZ 278 %R L7 [25], Shen 513 Kremer-Grest E7 L2 HWTRBEZ N RY
~ — OREIE e YIRS 2 2UEE L E BB O MO EELHE L TH D, ZEROTHIREZHRE TS
BEENFRNCAEN G REEZEME T2 2L b AETH 2 L@ LTz 26 ZOFETIE 120
DT RS TDITRELRFORZHO T ZeMNTE, FHRaX P2 KRIBICHIRTE 2, LML, HTY
A XHROBHRZ W2 Z e DB TERVWI R EBHERE OMICITIERDBRLETDH %,

1.4 MOEEIBT T

A Tetra-PEG KA D 7 WULRICK 1.2 1R T &5 REAEEZEOWRA SHSEES 2 2 2 23R
SN [27], TR (F8) FBE c=10gl™! TERDBEEOS L GEH) 1 =60gl™! TH 2,
HZDREE L IZKM L7 PEG HiBMADEHZ DIBD 2EBETH D, LFoXTREN S [28],

ct =n/(Ry)? (1.11)

nid2 7 AR —ZMRT 20 FOBTH Y., RyIEDFOREEETDH 5, WS L OHEIIEDHEE X
DHRELEDERES N Z L 2 EKT 5. Z OSBRI T [27) TIEZ L - 2 A0 EE (GGPS)
YELRTVS, X 1.3 XHEERD SR L7220 L B D BEETIER L7227 VIR EIING X FREK
Bl (SAXS) W - MR ERT, t, T ALK TH D, Y A-FAEBT 2R TH %, BELRE (1)
2RV —IRE (¢) THIHELL. BEARZ PLOKREZ (¢) DBIBE LTREINT WS, t/t, <1 DHE
B S IABIUOHRESAVOEEL T 0 T 7 A VIERBEGERT Y S P —Z2/RLTE D, SEBEETE 7
ZRNVERIT x ¢ 2 ANDIZ BRI —N=—DBEINZ, ZDT7 77 XNAEEIEZ. BRT7 77 ZLVRIT
D =2 T»% PEG HiXMADPAHBNICHR T 2 [10l, 7527 ZARILL IZREMRT 2 @0 T2 o1R
DEXREMOH LI 212, R THEINZZEMOER M £ R X OBFRMN M ~ RP tRxh sk
ZOWEMD TH 5, t/ty~11TEDL &, KEBMTD I < ¢ 2 OBIRDOLT 2 X 52kh, iU
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H1E 8

RV =T FRAX—DREZRLTWS, £/, ¥y —TRAMEDSDH 2 3 KTROHEIIE T < ¢4 12
570, HEORKY UTIBEHRT 2 Z e TE 3 29,301, 7 Abik (t/t, > 1) ICHEICHRER
ZDEEND, ¢ FVOBELT R 7 7 A M IULRTR TO T ICZL L TB D a0 22 AL E
WIFEACHE LB Z BV ERLTWS, LL, mEFSLVOREL T 1 7 7 4 WVIZEEEFE2Ich
oo T, WEMN 10 5 EE T, Bl XML TW2 Z bbb, SELHRE DM, FFEDER
SR = VEFOMEOMEMME RS [31], ZAUE. ESEEGEROZIIRY v —t 7' X > b DR R
FRICGER T2 EZ0NTVS, 777 ZOUREEEHREATE D, FAPICHHERERER I L Tn
BTWZedbbhd,

Dilute-percolated

Gelation

-10™" m
t/t,=1 t/t, =100

1.2: (a) FEE CTIER L 727 L (Dilute-percolated) & (b) B D EE (¢*) TER L 727 VO EIE KX
OHER L —F - (CLSM) ZH\WT 3 XIThNCHgE S h g, 400 pm x 400 pm x 200 pm D
8% 50 um O 7Y v FH A ZTRENTWS, (BEH [27] Fig.1)



107 ¢ “10
e c* gel
2l

I/lc(lg'em™)

L A A L TN S | J
2 3 4 56789 2
0.1

q (A7

1.3: #iE s v (Dilute-percolated gel) & HE7& D REE (c*gel) TEM L 727 L DR EI/ME X #RELEL
(SAXS) o 7a 7 7 4 v, HbOROBELHFRIE 7 UELOETICMIG L. R0 v 7 7 L VE T LR
2RT, (BEXH [27) Fig.3 a,b)

1.41 S&ITHASZOHEMBLES I aL—2a>ETIL

Ishikawa 5% GGPS IZOWTHBLD T I aL—ya Y EHVWT, HPEEEZHEHL TV (7).

>

X 1.4: FATHIFEDS 2 2L — a YK B N-FAMRBED A F v o av b 32, ¥Ialb—vay
Ry ZZ2O—IRFOHA ML TEBEZ 40 5TH 5,

K14 ELDTI 2L —>a Yy TELNALSLVOMED—HIEZRT, K 1.4 X DRNTHTFOHEE
LTWBHET EFEL TOWRWIRD B2 TED MHBLTw2 Ze2bhrd, MHERK 1.5 DX
512 tetra-PEG 7 F D 1 KOBOELE 1 DORFE LTETMEL, 1 55F%2 4 D0k FL 12005
I L CHABL LTz 4 DDRIF & BRI R TRINTVS, ZORICIF AR L BEO 2 B
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tetra-PEG 7 FHA>TED, DFEIE M = My + Mg THH, My=Mp TH%, ¥Ial—>a
YRy 7 RE—UD L ONMFTETH D, AR RS, BB v =4M/L? TREN D, j &K
HOBFONERIZ R o &Ly BIOBELMIEE R (k=1,2,3,4) LS T3, EEREFEC, 2
HORFREDRET 2 221X D 5Dy I 2 L— a ¥ pifTbhiz,

=
) P
eA Type B

X 1.5: ¥ L 7= tetra-PEG

FATHRDETNLDRT > v LOHIAZ T T TEHL,

BEHIR/ILE—
AHEHI AL F—IRA TSNS,
{R] k} Z Z utetherlng j.k Rj,O) + + Z ubond(Rj,k - Rl,m)

7 k>1 (4,k,l,m):linked

+ Z Z usteriC(ijk - Rj7l)

j k>1>1

FE 1 HIZ DB S OO TFOREEICEZ2RT ¥ v b, 32 HIZEBRINC X 3EEDRT v
> x b, HBIEIMELORFRNIRTF V2N TH B, BRTF VS v MTOWTEHAT %,

(1.12)

FBERCBDEDNFDRT YU (Utethering) EMDBRFEDBEERTVI VI
Cubond)
ER T DR BEDFEDKF & DIEE LMD E DT & OBRBERISIC X 2FEE TR+ 2L, =

HBEHOBA 2 UE L7 E OIS — 3 2 e ZBER LU TG Lz BADRT V¥ ¥ LIEIRKT
xRINhs,

9kgT

Utethering (T) 2]\];)2 2 (113)
T

Ubond (’l") = SN2 r (114)

kpld oy < @R, TIXRE. N 3ot 7 XY ML bR ITXA L VETH 3B,

%Iﬁlia)&jj (usteric)

Sy ) DR D 2 fR-D 7012, KR i FOMEMEMAZEAT %, Flory-Krigbaum # 0 K
TV Y 33 THB, K (1.12) O 3HIIBFE O F 2R L T\WD, BELED ORI X o7
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MIHTAFHEREZNTE D, ROETELEIND [34],

Pam (1) = N <7TJ352> exp <—]9\;“b22) (1.15)

F7z. XY MEITIEHERRAFEICHR T 2 7 X BB oA T > oy L2 L THEERH LTV
CARET %,
Ucontact (T) = €00 (’I“) (116>

eo IR T > > v VOMBEEHORE ZR L TWw5S, K (1.15) £3X (1.16) £ b Flory-Krigbaum #d
VI RRT UYL (33 ZRD K SITEHTE 5,

Usteric = /dr,drﬁparm (T' - T'/) Ucontact (’I‘, - T”) P (’!’”)

(9 N
“NoaNez ) TP\ Tanw

€= N2 BFRNOREXERL TV,

(1.17)

RiEbt, EE RN, BRI 2 ETHMAT 5,

RITARDS I aL—> 3 UER

AREICHA L HSULE T2 FWT, Ishikawa & [32] 3 AT ARy 7 20— L = 128, BUHE
c=0.094 DEHTEI2aL—2ary&2{ToT0d, ZOME, K14 DL RBEEOLZT2WMEL T
%, ZORORERT S(q) 2X 1.6 1R,

O OOUN =N

1.6: JATHIE [32] DEFMC & o TRD NS ABEORER T, ¢, 37 MLHHTH 2.

B 1.6 XD, t/ty WRELRBICONT, S(q) DE—F7HEN LA L TW2D0b0 5, ZHUIZEE
RIMZED 3y b= ERINTVL L, BEOOLENRKELRoTWVWEIEEZRLTWVWS, 7L
EHETT 22, BEOLENPKELRZ VI MTIEER EEMCBEAELTVWS, L L, EITH%
DETIATIEDFOBRNCEELTLED LW RTEBRREBE LRV,
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1.5 ZAHASEOEHB

HAMD TS Ial—ya B ELHVWLATWED, FHERTHEEYS ENDH 2 ROHFEIIDRV,
% ZC. Ishikawa &5 OB T IaL—yay2IRL, 2 FEIFNEEALLET VEMEL T,
DFEFINCE D FHMENATT 2BHR2MHITE 2, TFRIFNC K 2HELEL e —HiRIC X 210
N-0FAEHOELZRAE L2 Fhol RIGEEZZLEIE2 2 ICKDBENELT 270, FI1—
EDFMFITBVWTRE® S EHNRRZ L ZOINH-UFAEHOZELZRME L, mAEINTIETI-03 Al
M OFTHEINZHERE T 7> b axy bV — M IR L 72,
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F2E
EFILESSal—oarvhaE

SATHRZE [35) DEFACH TRIFHEEA L EEFARMELE, 3 al—> 3 VI3 FOBRE
BATIi o 5. DTRTVXACHE LR, Z0%. THKECE 2 S TRERSETHT. 47T
BEIE AT, P S NERICEERIE A L, 9T 2 B8 & 172 0BG RISHA 05% 127 5 %
CHMLDRE R T o F BENTR Y F Y — 2 kR L, M FCRMERT,

21 BHIRILEX—
BHMEHZ AL IR TRINS,
{Rj k:} Z Z utetherlng g,k Rj,O) + Z ubond(Rj,k - Rl,m)

j k>1 (7,k,l,m):linked
+ Z Z ustcric(Rj,k - Rj,l) (21)
j k>l>1
+ Z Z Z Z Urepulsion (Rj,k - Rl,m)
i k>1 1 m>1

R (1.12) WA FRF T 3505 4 HABM LTS I 21— 2 Y235

ﬁ% FEﬁ;:T:jJ @%A <urepulsion)

FEATHISE [35] DETMCIE T FOMENCEHEL TLES L WOIRBERDLH oz ZHUIRBLTOVR
WO FRICHEERD 720D TH 5, 22T, 2 FREIICHFIHEERAZEAT S8 iC Lz, 7 FH
FIe UTRK (1.17) D uggeric & FABRIC Flory-Krigbaum B R T > & v L2 HWT, XD X HITKRT,

. o 9 _ 9r2
urepulswn(r) =€ <27TNb2) exp < 2Nb2> (22)
¢ ERIHENRRARS A— 2 ThH B, 2D R (L1T) THOWSIS ¢ LIZER S,

22 SYTanyvAER

R R OFEE ROEIIENEHEZE E LB Z > a Ny B2 HRAT 5,

dRj, 1 0F {Rjxr}) 2
Tz =z aijk +v(R) + \/Ct Wik (1) (2.3)
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Co WEBFRBTHD., K IIDTOMER (k=0) oK F (k>1) 2R3, v(R) 3Nv I 77w
FRENETD 5, w, SEEFHECEBERZHZTHEA Y RS TH D, B Y RHEFIER DB % i
725,

(Wi (1) =0, (wjk(t)wim)=18;10kmd({t—1) (2.4)

() EHEFEEERLTED, 13T Y YA TH S,

23 —HfER

X (23) IZBVWT, Ny 777 Y Fi#E v (R) ZHWT, KE—ET—#WFR N TOEEZIT- 7,
ZO—fRRE 2R T 27012, HEYRT VYV kK ZUTFDO XS ICRET 5 !

—¢/2 0 0
k=| 0 —£/2 0 (2.5)
0 0 ¢

ZIT, € BMUTAHEEEKRT, COREEHLT > YU 2z HIANZHE L, z,y FENIIHET 51
Rl TEBD, BEI—EIXRND L 2ERT 5, MAEOHEY v(R) X, LENZ ML R ZH

WTRR TSNS,
v(R)=k-R (2.6)

231 BOFEE

FEATHSE [32]) 12, B 2D tetra-PEG 77 FOBIRIGNIK 2.1 D X 5 ICHERINCHE T 5, #
BREADPIERMOMEEEo /D, FEPTNIZD LW T3, fiET 2MRIIBEOAKNGHEL
HHERICHBIT 2 L IRET 5,

X 2.1: #EEDOEAK, FROVFRIIZEBIC L > TTEIANARERLTWVWS,

r=0RKEEXNZELED OBOEDSMHIIRD LSRRI NS,

2
¢end (T) = (ﬁ) €Xp <_2?Z1\;—b2) (27)
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2 ODHDOKRIFTEDOR FDOELDFELE r DB 2 KON D 35652 EZ 5, 2 RKOBOER D IIRD
L9115,

Dovertap () = / dr' o (7 — 1)
9 82 9r?
~(7vm) v (i)
HLS r 2T EEN IO BELDRKIEERD X S5 1IET LT %,

9 \*? o2
klink (7') = koverlap (7') - kr <47T]\7b2> exp <_4]Vb2> (29)

kr ZRISEEERTH %,

(2.8)

2.4 B{Tr#ERTE

B RS, BT V¥ — BRE e VND, kT, (0 /ksT ¥ Lizo ERTAL LD KT
¥ e LDFIEA (1.13), 3 (1.14), KX (1.17) EHRD K517 5,

1
Utethering = 5"'2 (210)
1
Ubond = gfﬁ (2.11)
€ T2
Usteric — W exXp <_2> (212)
€ r?
Urepulsion = W exXp <_2> (213)
Z vy anviEl (X (2.3) 3RO X517 5,
dR;k 1 0F ({R;x}) 2
E o VR Ly (R) 4 [ —wjk ( 2.14
dt e OR;y TR+ Ckwj’k() (2.14)
FOGHER (X (2.9)) 1ZRD K512 5,
k, r?
Flink = W exp (—4> (2.15)

25 BERDE

R AR E At & LT, t, = nAt 3%, BERENREEFIEIE (36] ZHWT, 7Y any ik
KOBIEE D 21T 50 2 ROMERIIN > 7 -2 v RE [37] Z8RH L 7z,

. At 2A¢

A A 2A
J[F (ta) + F (b)) + = [0 (R) + 0" (R)] + | o (2.17)

Rj,k (tn—H) = Rj,k (tn) + B 3
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Fi ¥ FY 3N T o(R) 2 v (R) BEETH 5. wypn BHOHYZHETHD. (W) ¥
(Wi knWimp) = 18j10km0np D723, HEA Y ZHEFH 1F Mersenne-Twister % [38] & Box-Muller
B ICEDERLE, MEABz A F— (R (1.12) O XD LS 12H B,

OF (R })
Fjj (tn) = — > (2.18)
’ 6Rj’k R;k(tn)
. OF ({R;
F}p (tn1) = 07 URyk)) ]k})‘ (2.19)
aRj,k: Ry (tnt1)

BOGIZOWTIE, 1K (2.15) 2880 L K4 ¢, 25 1 DRBERICHERZHH T 2, 2 KD (R, 1, Rim)
O BRERIOHERIIRATREINS,

;i kim (tn) = 1 —exp

Atk, (Rj i (tn) — Rim (tn))?
_7(47r)3/2 exp {— 1 (2.20)
3k 2 LmIESHEONDTFOMTH %5, Gl u ZHVWT, ¥ > ublX, #ET 2 (v X Mersenne-
Twister % [38] KD FEZHZ), BRBFHEIR M ZTFIF 272D, Uepuision & Vjk,i,m PETEIZIEZELY
A B [36] Wz,

26 NTRA—H

AFFRTRES AT LA RE L =128 & L7z RT3 RTOAMEREME L Ui, WX A
At =0.01 & L7z BERREUE G =1.0(k=0),G =10k >1) & L7z, BROPOLHEITEEDT%
MRS 227 XY FAIEDEIHEE > TW2 2 Z2E LT, FA—n FoORFELOFRIEEEH T X —
RiZe=40 £ T3, DTFEIE M =47200 2 L. ABYr BROES TERBANL (Ma = Mp)s D
BEZ c=4M/L? TEHEIN, ¢~ 009 THh 2, ZHEIKICHTDOED FOREMZTELDIEE * &
FERT, 1/3BEOBRETHZ, HTHIFNCED Yy A TEERMAL, ro =3 & L, TREERIEI
Ay bATREERAL. 1o =3 & Lz, RIMEER AT X =& ¢ 2ELEE 258 O RKISEEEH
& k. = 0.1 TREE L. KIDHEEE k. 22X 25AICEFRIMEEER AT X —& ¢ = 1.0 TREIE
L7

2.7 &SR
2.7.1 EHESHEIE (RDF)

FTOnfieRTEYL UTERIMEE g(r) 3D 5, BRI HEBIINFRED S r DADREBTEYE
2, JRmr=0RHNTHRb3rE, ZORTLODOHH r ¥ r+ dr DBEICIFEET 28 7O FEEEE
dn(r) ¥k

N
F=y
22T pl3BEEE, N ZRNOK . V IZROEETH 5, B0 HBERGEEROMEZ#RT 510
WHEHRIERETH 5, HEINZ, r - 0 TIEFNTFOREXICED g(r) =0 & D, r — co TIFH TR
MDD g(r) = 1 ¥Rk,

dn(r) = pg(r)4nridr, (2.21)
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HSETF 5(q)

KB T S(q) 13 WZEMICH 2 HEO S 2R TWERETH 5, BRI o(r) © 7 — 1 T2
0. HEET S(q) PROD & 5 1THETE 3,

sin qr

S(a) = L+amp [ o) - 1)

q 3P TH B, MERTIIRBOMEZ#R T 2R LTHAHTH D, SRS AT -V TORED
WHEZRLZENTE S,

dr (2.22)

272 RBFEEST

FRIFTRE DX, 2% 183 HDY 7B LT, ¥ 7L DORERD DI SO R FTEE 2558 Lt
HL ZORFBEDMIEY 7L OH 4 ZIKFENEE D, 2% 183 HOY 7z m# LBl s &
DH TR DH A ZEIFHEIZOWTIE Appendix 12 Til# 3 %,
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E3F

BRCERE

3.1 BEDDFRIFAMEER/INS X—24&FH
311 RF+vFogavb

FAMELEH S X =2 € =0,0.1,1.0,10.0 DFED ZF UALZ-HERTOBED A F v I a v P &R
T DFOTEEOAZEAFLLIZRAF Yy T ay b THY., DF2ERIETDH L FHICHKE L-HE
TH5,

3.1: € =0.0 DDA F v S a v b 3.2: € =0.1 DD R F v S a v b



BIFE ERrEX 19

33: € =1.00KODAFy F>avy b 34: € =10.0 DFEOAF Y > av b

X 3.1~3.4 X F 2R IMHEERH T X =223 € =0,0.1,1.0,10.0 DR OHEE R T, KISHEE
k. =01Thbh, SHEEOREKISEIE 5% TREKISEFEILL, 2okt Pk L 72 %oiET
Hb, ZOMBRID, DTFHEFNERL T2XONTAEMELTHL LD, ¢ =10.0 OFRZET 728
BLEYHITHBMLTWE Z bbb,

312 BE9HEM (RDF) LHEERF S(q)

HEEDOENR M e #ER T2 RT, 10D T > XAy — R THIICAER L 2 #E 181 2 FfE
%E;I‘_l‘%: L/fCo

12 5 !
—c' =0 e =5.0
10 —'=0.1 —€'=7.0
—e'=1.0 —€e =10.0
8 ¢ =3.0
L
O 6
n'd
4
2 \\
ol— -
0 5 10 10" 10°
r q

3.5: BIEIABIED € RIFIE 3.6: MK T D € KM
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X 3.5 WZ/R U 7= B B BUIM D R r TH 2, X 3.5 & W O PRI ISR WVIREE T FRL
DIRDBEELTVEZehRbhr b, £Irb0FEFNZE LTV e FREDBEERTW L Zedib
Db RV € =3.0~7008 TICEHRSMAEBE r ICkOTBEBEZ1LRD, DFBTIVRLIIZ
DHLTVBEZEeDbrd, SHORKFNPRELZZD, € =10.0 12423 e FREIHA TN Z&h
b, Fioo X 3.6 IMEMPEE ¢ THY. HEHSRER T S(q) TH 2, HFREFIHNZ ORI
S(q) WE—=IRENRKEL RS, TI2oRFHFENZREL LTV, S(q DE—7BEMN/NEL
%% DFHEFIHEEHOBIICESTE -7 DMED ¢~ 02 bWIHZ7D, L~27/0.2~ 30
CHLVDOREZIDHENTETVWA I b2 5%, ZNLDIEEYS TOZEMY 4 3 LTELLTY
B0, RANCEDDSEPMHIINTNDE 222D b, M35 Tide =3.0DfED L 2I2IZF7 X
LIZHBL TV ESICRAED, 3.6 &0 r=10 TRRZBZVWEFHOBEEDS XHAH 2 Z ibh
%, ¢ =10.0 DHEIWE S(q) DILHE ER DB RNWD, BTFPE—ITHHMLTWS 2 E2RT,

3.1.3 BFrEEO R HE

DGRV 7 ANOHHZEM 3.7, K 3.8 1R T, YAT LY A XD L =128 DFK%E 18 Ho¥ 7+
V(1381 =711) TRYID, Z2OoHORBHROBEZRFEE L Uk, SEE. 10 HOMHNL L 7-#iEo
RFTEEZEE L. 2OMRE L 7,

—c' =0
— =01 0.15
"EF—l.U =
0.10
KA |
!
0.05 |
i
i
|
_ _ | oo &~ ;T
0.2 0.4 0.00 0.02 0.04 0.06

C; Cs

[

X 3.7 RFTIEE OMEREEREBD  FEH X 3.8: BMBEEOMEBEEREKD ¢ EFENE
(¢ =0,0.1,1.0) (¢ =3.0,5.0,7.0,10.0)

X 3.7,3.8 12 % BAMRII DI EE A L ZROHEETH D, C, ~0.023 TH S, X 3.7 X
D e =00 TFRRFRAPBRVIRETIE D FOHELEL TORWY TR 30% U EH2Z bbb, JF
FTEE DA DSIEIL . K 3.7,3.8 & D FH05 < 72 21 Y RFTREDO DI 185, KRR 85
(€ >3) LRFMBEOY =223 Cs ~ 0.023 £ =T 2 Z bbb, BEDOSMBEBIIIEEMITEIC
Z VRN LIEE. EDAMIRT Y Y AMIHE S, 2Dk, {FoNlT—ReRT7 Y Y oofik
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L7277 7% 3.9R"F, K7V Y MHEL FOBATREN BRI TDH %,

P(z) = (3.1)

ZZTmFFETH %, FHERE o =vm TH 5,

' €' =5.0
0.15 —c =70
i '—'Ef =10.0
| __Poisson
i
o |
!
0.05 :
i
|
!
0.00 }

3.9: € =5.0,7.0,10.0 DK D RIFTRE D MBI & KT Y > 5045 D LI

X 3.9 XD € =5.0,70 TER7Y e PUnHTED 20, Beh—BIRsniwv, ZhZ
X 3.5 TEEDMBEEL X 3.6 THIER T2 1ISEWEZE S, 582212 1 TREBEWERLEET 2,

3.2 BEDORINEEERKEFYE
321 RFvyrFoavh

JRSEEER k, = 1.0,0.1,0.01,0.001 ORFOFEED 2 F v 7> 2 v b %K 3.10~ K 3.13 IR T, JF
TMHBEAEH I X =& ¢ =1.0 TEIEL., BERIGHE 95% ETRIGE ¥, Z DR T70 Pt X 8 7ok
ThHb, DTFODEHDAEAGEL LA Fy Foay hTHY, DF2BEBIETH 3 FHEICHEFE L
HRTH 5,
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¢ 1.0,k. = 0.01 DD R F v 7 3.13: ¢ = 1.0,k. = 0.001 DD RF v 7

Yavh

3.10~ X 3.13 2 HE TR k, = 1.0,0.1,0.01,0.001 DFOHETH 2, ZOREI D, IXT
DOHETYH—RBETRERWI b1 b, EOIKIGEREER k. DN EXLR2I1o0T, BEOLE
BRELBS>TWVWBESIZHRZ S,
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322 EMfEDHE (RDF). #ERTF S(q) RFNRED 3B

—k.=1.0 2| % @ =1.0
' ¢ =0(.1

| \ ¢’ =001
| - @ ¢ =0.001

2.50
2.25

2.00
LL
0 175

1.50
1.25

1.00

0 5 10
r

3.14: B TR BAEL D [ s i B AT 3.15: REERE T 0 2 i e s S 1

X 3.14 & b KISHEEBINZ N EDIEZI BT FRLIEDOVT WD Z e bbb, KILEEER
DVNE VRSB R AR BEEDS 1.0 ICHDE LTV, 7> 10 DREXZFHFOMEND 5 2 L BRIEX
N7z K 3.15 X D ERTF S(q) O — 7 BEDRIGEEEBDNE N ZDIESNKREL, BREOLE
BDRENZ EDbD S, £, KGEEDEW k. = 0.01,0.001 T X W EBEAIC Y — 2 BB Z S5 T
Hb, TDD, ZOWRBEPH TIIRZABROKRERMES TETVWL I bD 5, RRIFIDKRERY
2T LY A XTHET 20BN H 270, FTHEHOMETEMT 2 e TERDP -,
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e =10

—k=0.1

—= k=001
k. =0.001

X 3.16: k, = 1.0,0.1,0.01,0.001 D J&FIEEE O fift 25 5 B AL

3.16 1T RISHEER D RFTRE O DB R, BABRIE—ICOBLROREE C; ~ 0.023
ERLTWVW2, k. = 1.0 ORIEER LR E -2 E L0255 k. = 0.1,0.01,0.001 DFFIZIEE — 275
Rond, DHHEROEIRELL BRZ e hbh %, KIGHESROEWE. = 1.0 T -2
Cs ~ 0.023 to—HUIR sV, K 3.16 XD, KIGHEEBI/NEWVE 2D S DRATEE DOIED
KEL, BEOLEPRZNWI OIS, £z, k. = 0.001 1AL TE D FHREE LRV 72D
20% LUETFIEL T0B Z e b b, ZHHIEK 3.14,3.15 OFER ¥ AR KIGHEEEBD/ NS WL 0D
EODREDSLERRKE VI L ERT,



HIE MIRCEE

0.15

0.10

0.05

0.00

000  0.02

0.15

0.10

k, =1.0

~ no reaction

k.-=1.0

~95% reaction

Poisson

Tm=0.024

0.10

B 3.17: k. = 1.0,¢ = 1.0 OEBERICHT O R X 3.18: k. = 0.1,¢ = 1.0 D KIGHT & KIHHD

IREE ST A

X 3.17 ICARERIG S B 2RO RFTREDHOMR L RS, ZERICHOY —2713 Cs = 0.023 £ —3
LTWBZ bbb, K 3.16 OEERKIGHED 95% OfiE e DL b8 TRY VY V01 & Otk
B 3.18 12" T, ZMERICHTOWEIREEIZ R T Y VO HICBB X Z2—HFT 201 L T, BERISERDOK
BREARTY YO HICE—R LRV, BERINCE D RREDO Y — 2721 T . DMHOMEBIAL %o T
W2 ZEenbhr b, THFEBERICIC X > THEENZEIL L., BEO S TOREIELICONTRKELZ-

TW3Z%ZmTd,

ARIF L D/PNEWRISHEELTHEAE L 720D,

D5,

3.3 IBA-UF RO FNBEERKEFE

R DFRIMEEMEH AR Z X —& ¢ TG (K 3.5,3.6 TRLTWAHEE) Z/ER L. O3 AR

€ = 0.0001 THEXBLROILT-03AEEZX 3.19 1IRT,

JRFTREE i & R 7Y > 5740 O LR

AIEREOMEDR D D RN ZEHETEEEZ 50
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0.030 |@c'=0  €=50
@c=01@=7.0
0025 |eed=1.0@¢ =100
e =30

0.030 |@c'=0  ¢=50
@c=01@=70
0025 | ec=10@¢ =100
e =30

0.020 0.020
& 0.015 i 0.015

0.010 0.010

0.005 0.005

0.000 0.000

0.0 05 1.0 0.0 0.5 1.0 1.5
£ A—1/)\2
3.19: J5J1-O-F AUFRD € AN 3.20: ¥ 3.19 Ol %2 Gauss 03 A (N —

1/A2)weLliz7my b

eIt (1.4) TREINZLDMIENTH 3, K 3.19 KO D FRIFIDPEL R BI1EE. TXTD ¢ O
TGP KREL BoTWVWB Zebh b, X 3.20 IcHll%E Gauss 03 A (N — 1/N2) KEBE LTS
7 &Y, MDY Gauss O FADBZE. IEN-0F AWM A A T v X7 VETFAR (1.5) OEHERT
Bratibicizsg., K320 XDE& & ITBWT, IEN-OFTAEEIBETH S Zedhbrd, ZITERT
VX DN T B HFGERT,

0.030 @ =0 e =5.0 0.030 @ =0 e =5.0
®c =01@ =70 ®c =01@ =70

0.025 ec=1.0@ =100 0.025 ec=1.0@ =100

e =3.0 e =3.0
0.020 0.020
0.015 0.015
3 | S

0.010 0.010

0.005 0.005

0.000 0.000

0.0 0.5 1.0 0.0 0.5 1.0

E E

3.21: G E e RO X 3 IEh 3.22: BREIC ko T TELBEICKBI0H
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0'030 @ =0 e =5.0 0'030 @ =0 e =5.0
®c =01@ =70 ®c =01@ =70

0.025 e =1.0@=10.0 0.025 e =1.0@=10.0

e'=3.0 e'=3.0
0.020 0.020
0.015 0.015
3 3

0.010 0.010

0.005 0.005

0.000 | s 0.000

0.0 0.5 1.0 0.0 0.5 1.0

& &

3.23: T FHWNORIFELOFIEEERICE S 3.24: TR EERIC X 2007
V]

@ =0 =50 0.00015 ; @ =0 =50
0 =01@c=70 y @c =01@c =70
oc=10@ =100 0.00010 f:. - . 0 =109 =100

0.00025

0.00000 € =30 € =30
pp— 0.00005 -
J— & 0.00000
0.00075 -0.00005
-0.00100 ety
o -0.00015
0.0 0.5 1.0 0.0 0.5 1.0
'3 =
3.25: 3.23 DILKIX 3.26: 3.24 DILKK

X 3.21~ X 3.24 126 /-0 FT AR T 28R T Vo vy L DOFE5EZNZIUR L, K 3.25,3.26 1%
zhzhX 3.23,3.24 DIERKTH %, ThEHA2 6N ERICKESEEL TVWIDIE, DR AT
DEDAART V2 VEBERIGICE o TTELNIDRT V¥V TH S, 7 TFHNBIUEGTFRIFN
MHEEHRT >V v M2 X BIEHEPLBYT 2500, 1IZL ALY VTAIRELRNI D)5,

X 3.20 TA—1/A2 =0.15 FTOFHPERE AL 7 v F 7 VETNMR T4 T4 ¥ 7T B I D
MRERD 2, FWHRICOWTIE., DEUIFEEREZ 10 D5 > X ay— R THEEHOBETZERLZR
SHEZEZ LT, R T,
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0.020

0.018 | 0)

0.016 | ‘%
2y 0.014 |
0.012 |
0.010 |

0.008 |

0 S) 10
3.27: BHERD ¢ fitrth, 10 HOBRFE D 5 ORIEREE T 5 — =¥ LTRT,

X 3.27 WICHMERDO RNMEENEH T X — 2K ERT, Zh kb, BERIIFROHEEER?EL &
BERELLDIENDNDS, K321~ X324 LEOETEZS . FIOMHAERIZISHD EFIZIZE
IR L TR, FROMHBERIEGKEH OMER ZL I8 2 Z L IR EREELFOZ 2P
X 3.5~ X 3.8 ThhroTWb, NI DERMCTEIMEICL>T 20D RT I v 1555
NBIHDBREL IR oI &R B,

3.4 WH-UY HHIRO R EEEEBIKTFE

F72 % KSR ER b, CHIIMGEZEHE (K 3.14, K 3.15 TR L72ME) L. O3 AEE ¢ = 0.0001
THRSELROIEH-0FTAHMBEZR 3.28 1ITRF, IXRXRTORTHESS FHHEFEH T X —X&
¢ =1.0 THEEL %,
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@k =10@k =001 @k=10@k =001
0.020 | @ k, 0.1 ® k. —0.001 o 0.020 | @ k, = 0.1 ® k, = 0.001
0.015 0015
£ 0.010 & 0.010
0.005 0.005
0.000 | | 0.000  ©
0.0 05 1.0 0.0 0.5 1.0 1.5
€ A—1/)?

3.28: ¢ = 1.0,k = 0.001,0.01,0.1,1.0 @ 3.29: 3.28 DMl % Gauss 03 & ()\ —
IR DG ]- 003 A i 1/A2)ieLliz7my b

3.28 XD RILHEEEBBRKENE ZDIFESD, OFTADPRKEVRDIENDBRKENZ b5,
3.29 1Ml Gauss 03 A (A= 1/ A KEHE L7 76 E5bETRT, ZITRNCHT2ERT
¥y LDARG RN 3.31~ X 3.33 1TR T,

®oc=10@c=0.01 ®oc=10@c=0.01
0.020 ®c =0.12=0001 0.020 ®c =0.12=0001
0.015 0.015
& 0.010 & 0.010
0.005 0.005
0.000 0.000
0.0 0.5 1.0 0.0 0.5 1.0
& &

3.30: DI e BT DIEEIT X B 3.31: BEICk > TCTELBEICE BN
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®oc=10@c=0.01 ®oc=10@c=0.01
0.020 ®c =0.12=0001 0.020 ®c =0.12=0001
0.015 0.015
& 0.010 & 0.010
0.005 0.005
0.000 | =ememes 0.000
0.0 0.5 1.0 0.0 0.5 1.0
& &
X 3.32: 3 FH DR+ FIHEBEERIC X 3 X 3.33: VX BI6H
Y|
' f -5
®c=10@8¢ =001 %10
0.0002 @< =0.1@¢ =0001 ®c—10@c—001
@< =010 =0.001
0.0000
-0.0002
S
-0.0004
-0.0006
-0.0008
0.0 0.5 1.0 0.0 0.5 1.0
& g
4 3.34: € 3.32 OIEAN [(3.35: B4 3.33 OILAK

3.34, X1 3.35 13X 3.32, ¥ 3.33 DILAKTH 2, 2O kD FOMHEMERAZELEE- T L RIS
TR ERFEEBEZTVWEDIE, XA XERT UYL THEIehBbh b, . 7 FHFENR
DFEOFNCEL TEMRICE > TIEL ALELL TRV I e bh b, RO EREDT % DIk
MHEIC X 2 EPREVI DD D, FIKEFEED & L FERICK 3.29 T —1/A2 = 0.15 £ TOH)
WIfEE A A 7 v X7 Y ETAR (15) K74 T4 Y7 T3 ik SRR RD %,
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0.014
0.012 |
(0]
(5 ©
0.010 '
0.008
10° 10° 107 10°

X 3.36: FHMERD R SHE EEUREN, k. = 1.0,0.1,0.01 OFEZ 10 EOHN 2 EHE D & DIEHEFZ= %
L7 ==Yt LTnrY, k. =0.001 DGEFFHERBEOBEKRT 1 20> — FTOADFHERR,

X 3.36 2 HHMERIZDWPIZTE2H0OD, AERETERY, X316 t&bETEZZ L. BT
BEOGHIEIRELZML TV AHEROZENIZZNICHRZ e /NI W b b, SHOD
kr = 1.0 ~ 0.0001 O#IFITHRONZEED S X TIIHMERICH L TRERFELEZ 3213V L
Db o Tz,

35 HAUILS 2T L HERDER

3.5.1 RFAMEFRKEFLE

HRATOWHEE L 5 A 705 > 7 € ZFTR L, #HIEROKRN 3.27 L B L R ZK 3.37 12
AR



HIE MIRCEE 32

O]

0.020 | © © © © ©

0.018 |

“0.016 | ¢
=
£0.014 |

O 0.012]

0.010 | oG

0.008 | (I) §
0 5 10

el

3.37: RAMBAEHARI X=X ¢ BRLZDZEGOHMRE I A INVT 7 DHB, Y4 7VF7 0 7I12H
LT3 10 DML H D & DI ERAZ L7 — -2 L TR,

M 3.37T EDH A7 N5 2 3FIAEERIICE > TIFL AYHELZTT, EELIEFITIIVI L
Bohd, iy ATV T Y 7 OMEEHERLD b REREZINS Z b5, HEEDS LE T 28
He LT, X321~ X 3.26 X b K26 O EFICEEZENTHEL TORWZ 230 5 O THEEIC L
LRBPREVEEZDL, DTFRIFIDPRENZICEDE—Rry VY= DBERS EERD ER S
%, LU, € =100 THEIYE IOV TH, MEEBTH 2720, ¥4 7077 & elERIX
—H LBV, HERTRIEEDS EOFHIIIrIPOLT, MERIV A IV ¢ TitddTERVWI b
b s,

3.5.2 RINEEEEBKEFE

D EFIIHEEAER & AR ROCEREEBOREESRE L 7z TR OHREL ST A 71507 €
ZEFE L. HIEROMERKN 3.36 & LB L KR E R T,



FIE HRrEZE 33

0.035 :
oy e
0.030 | b
0.025
up
= 0.020 o © o
§0.015
0] o)
0.010 | © ®
0.005
0.000 L _ _ |
10° 107 10 10

3.38: RUCIHEEER ky DEIZDZGOHERE YA TNV Z 7D, A 705 7L TS 10
DMILZGFT R D & DFERAZ L7 — = LTRT,

X 3.38 & b FOMHEANEH—E CRIGEEERDPRRZZBETOYIA ZLT7 U 7 3EL AYEE T,
BNV DD, Fho, HERL I -HET, BEOLEND L HEROBERIIV A 71T v
7 & TR TER Y, K 3.37, X 3.38 DS A 0T ¥ 7 IIEEEIFAFOGEIIFIIHEE
TEF OB E R RIEEICIFE AYZL LN Z 2 Dbh %,



34

i
i

Bl
|1

AR TEIRERTREDS THNDH 275 VOME L HEVHECOWTHRE L 2, 7 FRFIMHEEER
DEANZEDEEW S XFOMHINFIREIC R o720 B TRIFNINREL LD L. BFHEDE—ITHELL,
T b7 —=IREERTERT 5. 2. IBEW S FOZIEINFRIF ST X — & —E TRIGEE ZZL
BRGEICDAEL D, RICHEEERZ/NE  LIGEOMIEIRRIGEEERNRKEVE 2 XD R —ix
MBICR 2 e bbb ot ML TEIRFRNZRL T2 TUOTAIINT IIBNHNRELRS
ezl RO EREPR N, ZRIFOMEEMEROMS &2y MY — 7GR )T O E %32
F7ZTH B0, FRIVHBIEROADSINIEEDIES]-0FAMIBRICRKEREEL 525 Z e R0,
RNCEDE 3y V=% L2 8ICEo T, AR EXBIOHPERTZZ B0 -0F A
ZHOZCDORELIFRTDH 5 Z RSNz, FH—ETRICEEERZZLE B GEIITHERD
ZlRZR SN0, BEBETERP -2, 77 Aty VT —ZFTATIRHER G = kT W0
SBBRSTEEIND, ZZTOEFEMNEEDZD DAy VY= OFEKTH S, v b7 —7fED
5 ERRDIE ZAH, FAMANEHOEX R RIGHEEIIIKEFE T, —EDMETH -7z, FOMEER%
TR T2 EHMERIERT LI, YA AT 7 XD /NI WVEEZRL. —BUILARD» o7 RIGHEEE
BeZZBGEdHERE YA 7L 70 70—HE LRV, ZThED, HETREDLERH5RD
BRI A I VT V7 TIFRR T E RV e RO b,



35

EHE

Ef

RELIRLENERL T 212D, 2L OFLCBMERICHRD £ Lz, REICT, DEADEHOFEERL
e BEnE T,

T3, M —EEICIE, BFTRICE T 2 SHREC R ERAN ORISR O R R Y TR
HOCEELERE ST TORLEEE L, DX DEHHB L RIF £, MILZIEEEEICIE, HE» S0
RIETH2ZLDYE RV E, MEOEDTREZA T ZHERI N TEX L, £k, HET—~D
BED OAIEMBIRORMICEL T, FREI R 2WEEEE L, DEOVEILHL ETE S, &
HEABBECE, FHEDED OB H AR E> TV EE L, HREDARLT, TI4R—}
RETHEN S XX TWREE, AASEDFER LI, B OMFEEAEIRIIR D0 -2 v KT
TBHYET, BIEHBL BT ET, o DMHFHNMEEE. HROHEHKIETDBEALADZ . [EIC
MRE B TOREER DD, REBMHERICRD £ L, ZoBEWVIC, DL EHVLET,

X 5T, BEINLES. A, REOEIARDZL DI Z2VEEEE L, o, KAOEEX
AR, FADSEEAE DI M2 ety LT OBV & MEREMRICEE I N% b2  DIFH
EHIGEZLE L2, IRIEHOALS S, AAEBICBOVTHRELVWREEZ G TEZ %, LD HK
#WLTBLET,

RIRIZ, AEBRETO 6 FMO¥AELEEEY, IFIERFTHZ T NMmE & HRRHT, % EK#H
WLET, ZRETORPVWEZIZ, DX OEFLHL EIFE 3,



36

FER A

Al BFRRESHOY TEILY 1 I&kEFH

AT LB A XL =128 DYIEIE R, 7o EIL, PNEBDO DS OBERFHET 5 2 ¢ TR
EEERDz, L L, RFBESHE A XKFEEE D, 20720, 37V 1HOREX [, #Z{bX
VRO EERT, MEICOWTIE, X 3.7, ¥ 3.8 TR L RIGHEEER—E (k. = 1.0)
TRMEBERNR T X — X2 2L X B 7RO E AWz, M2 Lz 10 HoFtEcoiigE 25 E L T,
U T B TR,

1.0

: —e' =0 : —e'=0
i —ie! =0u1 081! —ie! =0u1
0.8 : e€=1.0 : e€=1.0
i e'=3.0 i e'=3.0
06| '=5.0 &8 : '~ 5.0
j —e! =) | —e! =)
A 04| —¢' =100 R 04| —¢' =100
T i
i i
02| 021i
| |
i ! &
0.0 : 0.0
0 2 4 6 0 1 2

Cs Cs

Al: ;=10 A2:1,=20



(557 A 37

0.8 —d=D —e'=0
—6’20.1 —6’:0.1
—e' =10 e =10
06 Cf —30 EJI — 30
e =5.0 e =5.0
%yOA | —e'=7.0 —ﬁzio
i — =100 e =10
i
0.2
[
!
001!
0.0 0.5 1.0 1.5 0.2 0.4

2] I 7]

A3: 1, ~3.05 A4, =711

S 0.03
—e' =01
0.06 —¢=10
e =30
0.04 o o o
] —e =70
Pel‘ —e =100 'le*
0.02 0.01
0.00 0.00 |
0.00 0.05 0.10 0.15 0.00 0.02 0.04
C C
Ab5:1,=128 A6: 1, =256

B 7RIV DM ng & 1o DN WIED S ZRZH n, = 1283,643,423, 183,103,538 TH 3, #hzh
DI 72D 2BEMITXRTOLMIEY A FBIMLLEE Cs 2/ RLTED, C; =0.023 TH
3 X Al~ X A3 R TELDFA RPN E VD, 1FLALDELTHTHBEEL TORWERD
%o oo A5 K A6EELDOY A ZABKEL, FHEWBC ) A XHKELBRoTLED, 2D
72, A4 TREND I, ~7.11,n, = 183 O 4 XTHELERER L2,



38

JEx B

B.l FADEIHELBZRHDICH-VTHIBRET 1 vT1 2 THER

B RNMHEAEH T X =& ¢ 1I2BWT, 10 HOMA U7 WIS S 5HE L 725 1- 03 AR
T—REZNZIURT, 0T AEEIX ¢ = 0.0001 THD, KIGEEER k. = 0.1 THEE L7z, M
Gauss 0FA A—A"2)ThHH, xA79vF7YETANX (15) T74 v 74 VI LIMEROEDETR
o 74T 4 YZEEIZN - A2 <0.15 OFIHEETH 2,

004 seed=1 seed=6 004 seed=1 seed=6
® 000677 ¢'=0.00033 ® 000572 G=000020
seed=2 seed=7 seed=2 seed=7
® c—001252 " ¢ —0.01048 ®G—001183 " G=001144
seed=3 sead=8 seed=3 sead=8
0.03 | ® c=000806 ® &= 000936 0.03 ® 001215 ® 6 — 000775
seed=4 seed=9 seed=4 seed=9
G =000864 * ¢ =0.01101 G=0.00991 ® ¢ =0.01060
seed=5 seed=10 seed=5 seed=10
G=000063 ® ¢ =0.01074 , G=0.00073 ® ¢ =0.00999
= 0.02 = 0.02
© ©
0.01 0.01
0.00 0.00

X B.1l: € =0 X B.2: ¢ =0.1



5% B

004 seed=1 seed=6 004 seed=1 seed=6
®o—001145  G=001201 ®G—001616  G=001214
d=2 d=7 d=2 d=7
. ?E 0.01061 ??E 0.01367 . ?E 0.01332 ??E 001580
0.03 |° o 01238 ® o 001055 0.03 |° 5 bouar * & 00100
seed=4 seed=9 seed=4 seed=9
G=001010 * ¢=001201 G=001400 ® ¢ =0.01534 >
d=5 ed=10 d=5 d=10 2
G 001076 ® & 0.01158 . G o 001388 ® & = 001335 P
= 0.02 = 0.02
© ©
0.01 0.01
0.00 0.00
B3: =10 B4: € =3.0
004 seed=1 seed=6 004 seed=1 seed=6
® G=001619  ¢=001508 ®o=001642  G=001841
d=2 d=7 d=2 d=7
. ?E 0.01272 c.s?g 0.01580 . ?E 0.01575 c.s?g 0.01553
0.03|° ?eee:::g 1671 ® ?ﬂ:g 1361 2 003 |° ?eee:::g 1639 ?ﬂ:g 1646
seed=4 seed=9 o seed=4 seed=9
G=001612 ® G =0.01524 o G=001546 ® 6= 001674
seed=5 seed=10 L. seed=5 seed=10
G=001571 * & =0.01672 P AP G=001615 ® ¢ = 0.01628
- : L
= 0.02 ' = 0.02
© ©
0.01 0.01
0.00 0.00
0.0 0.5 1.0 1.5 0.0 0.5 1.0 1.5

B.5: € =5.0 B6: € =7.0



5% B

004 seed=1 seed=6

® G=001819  G=0.02057
seed=2 seed=7
® 001051 G — 001642 s
seed=3 seed=8 ¥
0.03 | * c=001969 " G=0.01733 s
seed=4 seed=0 7
G=001841 ® ¢=001510 ? a8
seed=5 seed=10 -
G=001551 ® G=001731

= 0.02
©
0.01

0.00

0.0 0.5 1.0 1.5

B.7: € =10.0



{$5% B 41

B2 RIMERENELRBZIBFOMIT-OTAMBE I vTas IR

72 2 IS HEER by 12BWT, 10 O U 22 WME 2 S5 E L 25 - 03 Ao 7 — 2 %
INZIRT, O3 AEEX e =0.0001 THY, FIAMEEH AT RA =% e =1.0 TEE L, 7721,
k. = 0.001 OFtEIEFHBERMEPIEFICRS K220, 1 DOFHBEMREOART, 2479 F7VET L
X (15) T4 v T4 YT LEMREDEDETRT, 74 v 7 4 Y ZHFZ A — A2 < 0.15 ORI
Th5,

0025 seed:1 __SseedB 0025 seedi __seed$
G=0.01203 " & =0.01320 et G=0.012714 " ¢ =0.01276
seed:2 __seed:7 4] seed:2 __seed:7 -
G=001372 & =0.01100 > G=0.01233 G =0.01239 Pt
0.020 | seeds  seeds 0.020 | seeds  seeds il
G=001104 G =0.01204 G=001161 @ =0.01129 pagr
seed:4 seed:9 seed4 seed:9 L
G=001195 " ¢ =0.01181 G=0012137 ¢ =0.01255
seed:d seed:10 seed:d seed:10
001 5 G =0.01140 77 ¢ =0.01039 001 5 & = 000987 77 ¢ =0.01271

= =
© ©
0.010 0.010
0.005 0.005
0.000 | ¥ 0.000 ¥
0.0 0.5 1.0 1.5 0.0 0.5 1.0 1.5
= =
BS8: k. =1.0 B.9: k. =0.1
0025 seed:1 seed:6 3 0025 seed:1
S G=0.00963 7 ¢ =0.01004 CG=0.01100 |
iy I B?e—dgn 1185 /"J ?
0.020 %a;}:]}::l - %ﬁd;}&m 114 0.020
G=0.01230 " G =0.00970 P
0.015 ﬁeﬁfmzlf"%ﬁﬂgmg - 0.015
= =
© ©
0.010 0.010
0.005 0.005
0.000 ' ¥ 0.000 : ©
0.0 0.5 1.0 1.5 0.0 0.5 1.0 1.5

A—A2 A—A2

B.10: k. =0.01 B.11: k, = 0.001



42

SZ R

1]

[10]

[11]

Toyoichi Tanaka, Shao-Tang Sun, Yoshitsugu Hirokawa, Seiji Katayama, John Kucera, Yoshi-
haru Hirose, and Takayuki Amiya. Mechanical instability of gels at the phase transition. Nature,
Vol. 325, No. 6107, pp. 796-798, February 1987.

Maribel 1. Baker, Steven P. Walsh, Zvi Schwartz, and Barbara D. Boyan. A review of polyvinyl
alcohol and its uses in cartilage and orthopedic applications. Journal of Biomedical Materials
Research Part B: Applied Biomaterials, Vol. 100B, No. 5, pp. 1451-1457, 2012.

Hitf 2 b, SHE—, &)IEE L —Y —EERHNIC X 2 &MES L0 3 KIDEER. HAKMY: R
#CEE afi, Vol. 77, No. 778, pp. 1002-1006, 2011.

Mitsuhiro Shibayama. Spatial inhomogeneity and dynamic fluctuations of polymer gels. Macro-
molecular Chemistry and Physics, Vol. 199, No. 1, pp. 1-30, 1998.

Samuel Raymond and Lewis Weintraub. Acrylamide gel as a supporting medium for zone
electrophoresis. Science, Vol. 130, No. 3377, pp. 711-711, 1959.

Tomohisa Norisuye, Naoki Masui, Yusuke Kida, Daigo Tkuta, Etsuo Kokufuta, Shoji Ito, Sergei
Panyukov, and Mitsuhiro Shibayama. Small angle neutron scattering studies on structural
inhomogeneities in polymer gels: Irradiation cross-linked gels vs chemically cross-linked gels.
Polymer, Vol. 43, No. 19, pp. 5289-5297, September 2002.

Jionghao He, Shinjiro Machida, Hiromitsu Kishi, Kazuyuki Horie, Hidemitsu Furukawa, and
Rikio Yokota. Preparation of novel, high-modulus, swollen- or jungle-gym-type polyimide gels
end-crosslinked with 1,3,5-tris(4-aminophenyl)benzene. Journal of Polymer Science Part A:
Polymer Chemistry, Vol. 40, No. 14, pp. 2501-2512, 2002.

D. G. Wallace, G. M. Cruise, W. M. Rhee, J. A. Schroeder, J. J. Prior, J. Ju, M. Maroney,
J. Duronio, M. H. Ngo, T. Estridge, and G. C. Coker. A tissue sealant based on reactive
multifunctional polyethylene glycol. Journal of Biomedical Materials Research, Vol. 58, No. 5,
pp. 545-555, 2001.

Takamasa Sakai, Takuro Matsunaga, Yuji Yamamoto, Chika Ito, Ryo Yoshida, Shigeki
Suzuki, Nobuo Sasaki, Mitsuhiro Shibayama, and Ung-il Chung. Design and Fabrication of
a High-Strength Hydrogel with Ideally Homogeneous Network Structure from Tetrahedron-like
Macromonomers. Macromolecules, Vol. 41, No. 14, pp. 5379-5384, July 2008.

Takuro Matsunaga, Takamasa Sakai, Yuki Akagi, Ung-il Chung, and Mitsuhiro Shibayama.
SANS and SLS Studies on Tetra-Arm PEG Gels in As-Prepared and Swollen States. Macro-
molecules, Vol. 42, No. 16, pp. 6245-6252, August 2009.

Michael Rubinstein and Ralph H Colby. Networks and gels. In Polymer Physics. Oxford



S SR 43

[12]
[13]

[14]

[21]

[22]

University Press, June 2003.

Toyoichi Tanaka. Gels. Scientific American, Vol. 244, No. 1, pp. 124-S-17, 1981.

Leslie Ronald George Treloar. The elasticity of a network of long-chain molecules. i. Transactions
of the Faraday Society, Vol. 39, pp. 36-41, 1943.

G Allen, MJ Kirkham, J Padget, and C Price. Thermodynamics of rubber elasticity at constant
volume. Transactions of the Faraday Society, Vol. 67, pp. 1278-1292, 1971.

SM Gumbrell, L, Mullins, and RS Rivlin. Departures of the elastic behaviour of rubbers in simple
extension from the kinetic theory. Transactions of the Faraday Society, Vol. 49, pp. 1495-1505,
1953.

Hubert M. James and Eugene Guth. Statistical Thermodynamics of Rubber Elasticity. The
Journal of Chemical Physics, Vol. 21, No. 6, pp. 1039-1049, June 1953.

Fumihiko Tanaka. Polymer Physics: Applications to Molecular Association and Thermore-
versible Gelation. Cambridge University Press, April 2011.

Yuki Akagi, Jian Ping Gong, Ung-il Chung, and Takamasa Sakai. Transition between Phan-
tom and Affine Network Model Observed in Polymer Gels with Controlled Network Structure.
Macromolecules, Vol. 46, No. 3, pp. 1035-1040, February 2013.

Kurt Binder. Monte Carlo and Molecular Dynamics Simulations in Polymer Science. Oxford
University Press, August 1995.

Michael Lang, Konrad Schwenke, and J-U Sommer. Short cyclic structures in polymer model
networks: A test of mean field approximation by monte carlo simulations. Macromolecules,
Vol. 45, No. 11, pp. 48864895, 2012.

Yoshinori Tamai, Hideki Tanaka, and Koichiro Nakanishi. Molecular Dynamics Study of Poly-
mer — Water Interaction in Hydrogels. 1. Hydrogen-Bond Structure. Macromolecules, Vol. 29,
No. 21, pp. 6750-6760, January 1996.

Dongshuai Hou, Tiejun Zhao, Hongyan Ma, and Zongjin Li. Reactive Molecular Simulation on
Water Confined in the Nanopores of the Calcium Silicate Hydrate Gel: Structure, Reactivity,
and Mechanical Properties. J. Phys. Chem. C, Vol. 119, No. 3, pp. 1346-1358, January 2015.

Yuichi Masubuchi. Phantom chain simulations for fracture of star polymer networks on the
effect of arm molecular weight, August 2024.

Kurt Kremer and Gary S. Grest. Dynamics of entangled linear polymer melts: A molecular -
dynamics simulation. The Journal of Chemical Physics, Vol. 92, No. 8, pp. 5057-5086, April
1990.

Edgardo R. Duering, Kurt Kremer, and Gary S. Grest. Relaxation of randomly cross-linked
polymer melts. Phys. Rev. Lett., Vol. 67, No. 25, pp. 3531-3534, December 1991.

Jianxiang Shen, Xiangsong Lin, Jun Liu, and Xue Li. Effects of Cross-Link Density and Distribu-
tion on Static and Dynamic Properties of Chemically Cross-Linked Polymers. Macromolecules,
Vol. 52, No. 1, pp. 121-134, January 2019.

Shohei Ishikawa, Yasuhide Iwanaga, Takashi Uneyama, Xiang Li, Hironori Hojo, Ikuo Fujinaga,
Takuya Katashima, Taku Saito, Yasushi Okada, Ung-il Chung, Naoyuki Sakumichi, and Taka-
masa Sakai. Percolation-induced gel-gel phase separation in a dilute polymer network. Nat.
Mater., Vol. 22, No. 12, pp. 1564-1570, December 2023.



S SR 44

[28] Ikuo Fujinaga, Takashi Yasuda, Makoto Asai, Ung-il Chung, Takuya Katashima, and Takamasa
Sakai. Cluster growth from a dilute system in a percolation process. Polym J, Vol. 52, No. 3,
pp- 289-297, March 2020.

[29] RONALD H. SCHMIDT. Gelation and Coagulation. In Protein Functionality in Foods, Vol.
147 of ACS Symposium Series, chapter 7, pp. 131-147. AMERICAN CHEMICAL SOCIETY,
March 1981.

[30] Pierre-Gilles de Gennes. Scaling Concepts in Polymer Physics. Cornell University Press, 1979.

[31] Yang Yao, Takamasa Sakai, Martin Steinhart, Hans-Jiirgen Butt, and George Floudas. Effect of
Poly(ethylene oxide) Architecture on the Bulk and Confined Crystallization within Nanoporous
Alumina. Macromolecules, Vol. 49, No. 16, pp. 5945-5954, August 2016.

[32] Shohei Ishikawa, Yasuhide Iwanaga, Takashi Uneyama, Xiang Li, Hironori Hojo, Ikuo Fujinaga,
Takuya Katashima, Taku Saito, Ungil Chung, Naoyuki Sakumichi, and Takamasa Sakai. Per-
colation induced gel-gel phase separation in a dilute polymer network. No. arXiv:2202.09754,
February 2022.

[33] P. J. Flory and W. R. Krigbaum. Statistical Mechanics of Dilute Polymer Solutions. II. The
Journal of Chemical Physics, Vol. 18, No. 8, pp. 1086-1094, August 1950.

[34] Hiromi Yamakawa. Modern Theory of Polymer Solutions. Harper & Row, 1971.

[35] Shohei Ishikawa, Yasuhide Iwanaga, Takashi Uneyama, Xiang Li, Hironori Hojo, Ikuo Fuji-
naga, Takuya Katashima, Taku Saito, Ungil Chung, Naoyuki Sakumichi, and Takamasa Sakai.
Percolation induced gel-gel phase separation in a dilute polymer network, February 2022.

[36] Michael P. Allen and Dominic J. Tildesley. Computer Simulation of Liquids. Oxford University
Press, August 2017.

[37] Rebecca L. Honeycutt. Stochastic Runge-Kutta algorithms. I. White noise. Phys. Rev. A,
Vol. 45, No. 2, pp. 600-603, January 1992.

[38] Makoto Matsumoto and Takuji Nishimura. Mersenne twister: A 623-dimensionally equidis-
tributed uniform pseudo-random number generator. ACM Trans. Model. Comput. Simul., Vol. 8,
No. 1, pp. 3-30, January 1998.

[39] G. E. P. Box and Mervin E. Muller. A Note on the Generation of Random Normal Deviates.
The Annals of Mathematical Statistics, Vol. 29, No. 2, pp. 610-611, 1958.



