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HE 2 < OEWITR 24 FE A T HANIZRIET 2 KNG 2 R 5 . RN O SRR I5E)
@ﬁ/ﬁ7%ﬂ0%zé T NI T )T OWREEA N7 E KaiA, KaiB, KaiC (X ATP &
HIZHRBREOPCIRESND & %htf@ﬁmﬁ%ﬂ%@%%ﬁ%%%ﬁuo:@%@ﬂ
HNTWVDLH TS HMARERARETH Y | BEOIRT - 0 FHIBRAE 2155 ~ < BEAITHFSE
MTONTWD, LNURBIHOE L RIZICELFES>TWD, LUTIRZO—HTH D,
KaiC 1 —>D VU » Z7(C1,C2 U > D)W HER - =ik % H o, KaiA, KaiB 2MEET S & Th
SOERICEY C2lzBWT Y Uibs s LIEMY BSR4 T 5, £ LT, C2®
J/&M@ﬁfwkﬁ%xiﬁotcumkwwW%)/&m@x4/%/7%nm 212
B DEMM )Y VN EBLEILD, —F, Cl DIRKE %AI%’ﬁMéﬁf%cz
ROBENMITHEN 2N LR HNTWD[2,3], ZHHITBEHRISEN C2 225 ClIc—JH
Mz Te = k%rwawéﬁ ZO—HEPT v AT Y & 5 DICEE LT MR B
DIRZE., b LFZFORENZOWVTOFBHE VST EDIFXINETHREIN TV, 22T
AR CIIREEH & X7 B OEM 72 () Y VAC RS % BB 5 RGN E T V(RO E R0
Yy MICERRO—HHT 0 AT ) Bl AT, T OKE|ZELET S,

EBTIVBE . Z ZCIIRREVURIMER LI ONET V2B ST 5[4], ERIMIC C1 BX
O C2 ENEIUCEET DAEEZALDFET D Z ERMSN TV D[5,6], 2 bHiE [KaiC 2K
IR SOEOOREEZEILD CL, C2IZBIT A EZEZXBND T ENINE TIEE-T203,
K%waif%m%m%ﬁwﬁLQMJT%é&ﬁm#é FDET, [C2 oV bk
HE—C2 DEE—C1 O ADP/ATP ZHUEE—-C1 O] DIBIZZ b MEb D L) ICET VA
RETH, ZOBECI-C2DH v 7V T C2ClL Db HREEHAREG T 7T THY
Cl DREEZEMILZ C2 1B D Z 137 —HMB T a AT URKRB D Z L b,

T T XA F L EITOARET AN ENET Y B LIRS O EBRE A BT 50
AET D, 22 TIEE/NT A X GREES, FHERICT L= ABRIOIRERTFHEZIET b,
FERLE LTiE, 2640 COHEPHICE T D Y U EMEIREEDIREN(X 1) 215D & L1222 < OFEEBRT
— 2B HRTEE, ZHUE C1-C2 MDOFRIBEN —FHMETh > TH e 8RN &
ZRL TS, BRTIIHFRCEN —FAKTHHHBZ FICHERT 5,
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1: VUBEDFIE~D 7 4 v T 4 7 (J£:26C, £ :40C)
[1] M. Nakajima et al. Science, 308, 414 (2005). [2] M. Rust et al. Science, 809, 318 (2007). [3] Y.
Kitayama et al. Nat. Commun. 4, 2897 (2013). [4] 51 . 135 20 [FIPRERILF5tam<. [5]Y. Chang et
al. PNAS, 109, 16847 (2012). [6] R. Tseng et al. Science 355, 1174 (2017).
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TNINA<—I{IET I e A RX—
HXTF R O(AB) DEEE L TAREEMD
TIvA RfHEEZERT D2 LT
BN EBEZLNTWS, ABIE39
M 43 T X VBRI D IR 5 RTF
RTHDH, 40 73 JIRENS 2D
AB40 17 I v A REEHR T 1 IR
I #%i& (PDB ID: 2LMN) % & > T 5,
Z OREETIE 1022 F BH 05k & 3040
FRHoOEENENEN ST B-v— b
g (Bl KOVB2) KL T D,

ITEDIFET, AR DT 2 A Rk
TR I & AR O S, & 5 Wik
& e R DT & o T BRI T R
HTIRESND LV ZENRHLMNE

=

BJ1: 7 I A RERHEF T AR40 DHEIE.

Iole, Fio, WESIEESEFE N CTHEKRREBORIZ, 7 I v FHRET T p1 LT B2
L TV LIREDZ S PREEGFICHFELTEY . ~U v 7 AEZ AL TS Bl

5INT 72 o T2, KIZEZR S CRIEE DR
BT D DM, & HITBUKM/BRKMER
MmN T I v A R A & D X 9 I2e
HETL500EHLNTT DD, K/
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Salb—yalrE{To7,
V3ialb—va rEToER, X 2
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eI D2 < MK/EZE R m I ATE L
TWDZENghotz, £, HmrkE
IZAFET DRI~ Y v 7 AREE & AR
LT WZ ELHALMNE o7z, ZHUT
FEBR CTH & 2T S V7o MESH/ B B S i 1
fEFTD AB40 OFfIEEL —FE L TW5D,
5T, ARFEE T, AR/EZE R EmOFE
LBAWEETTOY I 2 b—3 g VR R
EDLIEN G K/IEZEFREHT AR DT
2 A RERHEFZ R DMEE S 30D A 1 = KX A
IZOWThiEm T D TETH D,
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BAEOHEZEMEITIEERBLUICBWTEETH Y . £OPELOEESIRE I L ED
B OBKIRVWIEBE TH 5, HEAEDOLEMLE 2 DIFZE Y OWIEO T HE 2 ZE T 2013
RAIRTH D, FEBE, BEEHEOKZEME LAY ORFET R VX — L JH D OB 5 O PR
BRI LT —CREDL, SEFL T, XV ERROREEICNA, @x07 2 /W
DEHI L MAEHN & 7 BT BT X D52 B DWW TN, ZOHBDTZ D,
3D-RISM i & atomic decomposition {5[1]% N TE 4 O JF OEEEFN H H = RV X — D%
HaEHELERL, DFINFEYIal—ya itk y=a ) VEAEOMEEZAR L, *
U5 % nativel & native2, misfoldedl. misfolded2. intermediate. unfolded JRAED 6 DD X A 7
(AT LT,

nativel & native2 |, FEEHD /N 7 KR — 2 OIRITIFIER U T, Tyr2 ICA X v 7 LTW 5 Trp9
DOEEMNFET > TS, Trp9 75 Tyr2 IZA X w7 L7 Wi C o % misfolded] & misfolded2 &
Trp9 OELMAIED, LOLARR L, E= L X— L F A = x L ¥ —Dfmz 2T v
F— L 95 & nativel, 2 (E-171.1 kcal/mol, misfoldedl,2 1%-171.2 kcal/mol & 72V . N ZFi—
HLTWD, ZAUIKFIZEL L7z Trp9 MISHIT native & misfolded D £ H 512\ T &
LEMIE B LY B 27202 L &7 3, F 72 native & misfolded D4 % /L ¥ —|X, intermediate
(-158.5 kcal/mol) & unfolded (-148.1 kcal/mol)fRAE L D HARVMELZ R L TV 5, Z 4L native X
misfolded & NEETHY ., HTENFEV I 2L —r 3V CRBEOHE CHET 5 &)
e K< —ET 5,

[X|IL native & intermediate fi] (%) K O\ misfolded & intermediate ] (f5) D= R/LF—7 LK
FRE A/ NH — &7, native & misfolded 3 intermediate & ¥V & 2RI T R F—E2EH T
%o HFIZ native JRAEI(ZISUVNT Thre & Thr8 DA OARSHIE L O EAEM L Z — L TERIZ RN T
HETH D, —F misfolded IRFE TIXEIHDOM D AKFEHE S 1 intermediate IRFE L D HiR < 725,
Y HIIMHT O X VAR 21T 0 TETH D,

[1] S.-H. Chong and S. Ham, J. Chem. Phys. DOI: 10.1063/1.3610550.

[2] Y. Maruyama and A. Mitsutake, J. Phys. Chem. B DOI: 10.1021/acs.jpcb.8b00288.
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T 7~V (THz) 5Kk ERKEG R EORWIELEFER-EEESomBIcEITHY . =
D DOFERILZ 7 DRI ECBRE R EICB W CAERN THEERBE 2 LTV ET,
KM E 2 L NLE DO FEMED T2 D12, ¥k 2 2RO TRIKER G Y U —7 2R L.
DT RKRFRER ZHAND ROVMEFCT, AWFZETIX, THz 53 EDOMEAW B COISHFEBR %
HE L, O EKEREES OMKEER O EEIMIESCR T > v v b xov X —dhim O FEFH e
O EICLTEMBEEROREEY, =aF g, =aF T IR, TAaLE UK, B RF
VR, B4 T U OSHEOKEEE X L A2 OWTITWE L[,

5L PBE JLEA%R., / VAMRIFEERAT v v b, TS OB EEE AV, ~ 3 UBRAE
THEZ T TITWE Lz, IREFHRIZOR CHRZENEZ AW TITY, 32D ERAKIEEEN
Tr bl xR LE L, FERFMEIZIEMNNY MVORESEZEZTHELFAEL
7oo AN RVHIEIL Bomem DA-8 7 — U =B AR S 2L E 2 IV E LTz, EAVRSEEREL
RO DO, KR IFFEF CEEIZIE L, Fo, BN L 72 Bl oW
TENEN3EILL I TOEBME AR LE L,

KUZ, PIE L FHEOKERN BRIE L7T24y 7 RIAKEE S MAEIRE) OB, IREERTFOE
— 77 b, EEE, AR ()7 EDOREA TR L E T, O RITIIV KFEREEH
HOBEE LCoF AR CEET, EFMEET=aF o 7I REELTTF U ON 21O
E—RFTCELONE L, FEFF U TIEEERIHE— NCRIESINRWART v LDIE
FFPEIC L ARy PR REHBLNDE—I7 NTTKTEBNI SN E Lz, FAIETFFEZ R~
EFF Lo DE—712ONWT, BF—ART Uy VEREL TROTMESEE (k). iz x
X — (heD.) . FERFIEE (o) ZRLET, BE—ART U Y VD/RT A —Z X, B~
7 MVORESORLZD2HOME VBN Z R FRROFEHMEN RO E Lz, F o575
AEBEMEEC AN —1X7 7 TN T — L RA NG VKEREORICH Y, DRIV
X — I OB~ DIV IEILFFEEMERE A O FE PRI E LT,

F 1 KEPEE 2 X B S o5 T K SRR A IR E) O K

KFEREE HH/em™ v —27 27 Mem' A 425/ om ™! &M 'em™!
NH...N(ring) 69-86 5 2 4-5
NH...0=C 74
CH...O-H 60-105 34 1-2 5-10
CH...N 80 5 5 6
CH...0=C 85-153 9 3-6 12
OH...Cl 124 9 7 51
OH...O-H 138 16

B2 CHF LD SR BN, MRHET R —(heD,). FETRIEL )
'ﬁ'0.00E‘) /em1 ko,oos /N IIl_l hCDe /kJ mol_l Ne

514 19.0 0.30 0.51

62.2 27.8 0.46 0.40

82.5 49.0 0.84 0.29

[1] M. Takahashi, N. Okamura, X. Ding, H. Shirakawa, and H. Minamide, CrystEngComm, 2018, 20,
1960-1969, DOI: 10.1039/c8ce00095f.
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Ab initio liquid water ZFL =
RILT 4 S5-33 FHhSD
IRLF—EBHDAAT IV RADER

O /R f— 12 Bl A °, Mauro Boero®, 137 353 "2, i #5Fn °, B4 #°,
RS R R
'25 7, 2FUK ESICB, P ERRF ‘TPCMS, ° LA A
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KEEIX, AR > THRB LRI XAV T—ETH D, HAERIZE > THEWIZRFEE T
Mgzl zd, LaL, KEBRIZHEEDE L =R F—0Om W EIRER DY H & AT
BY., ZHUTAEMEBICHEERERZ5EE 23, AMRIZEBWVTIZIDNA X RNA #HE L, K
JEH i EEF &R THINE 725, Mycosporine 57 2/ FE(MMA) Tdh 5 7RV 7 4 T -334
STIAEOTIZE TN TR, FIMREEZRIN L, ZTOZRLF—EKOEE T R /LF—|
FRESEWT HZ LIZL > T, HIBOBEZHNTND [1], 2O X 5 A KE kO R
FA L, BIER ORISR O EERL~OISHANHHEINTND, ZORILVT 1 T-334
ST, DFRICEE O Faxs 3k IARFULE, 73 REELEROKEREE
AREIC L TW5, RS T8 /1 %87E (FPMD)IE, &2 =2 L—3 g > PR « DB
DR Z R ATRE T, AERB A DD I 2 L— a3 VITHEFICAD TH 52,31 &,
Car-Parrinello D A ¥ — AZHLSWEZFPMD > 2 b —2 3 N2> TRV T ¢ T334 5F 0
KNG RN —Z FLOKG TR S ED A=A LEE LTz, 334nm OJE1%
Y9 2 B D = R )L ¥ — % Maxwell-Bolzmann 23 4 12 & > TRV 7 4 T -334 55 FDiEE — 1L
F—L L THEX, TOBOZ RV~ A BH LTz, Ky, FHEO A X — A[M4INIHEWO R
MKAE 2 W EMRBEZ 7 — ) =4 5 = L THRKIFED 227 hrEasRd, FRFICIE
& NS, JRENOE— RE2DBEL ., BEOEREEE CHEY T2 icky, T#EDH
THRNLF—F— FELEZRXLF—F— R, FIEOHZRLF—F— RLEZ XL F—F— R,
WEMREN D F> D F— R|Z43 %] L 7= partial excess kinetic energy (PEKE)% 35 L, + ORERHZ
{ba Tz, FERIL, BT 4 72334 - OEBI T R L X —2MF & A EKBREE OYIWr & £
IMEDFHT R NLF—F— NI TWD I ENRRALNE R ST, RV T 4 T334 531 DFE
HIKEREET L KD KEREEBAFE L, RV 7 4 5334 551380 DK% 8 < fRE
L. FEESGE T DI oM EL O RO KEFBEEG Ty NI —7 2E#ES L2 LT, =3

L
’Q?Qﬁf3%é’ it :
lﬁ; 4%79?;.‘& (ﬁg¥;w>,zﬂ;“$s
\\‘K/\vl _»/I Y Y (cm-1)

4 @ SROKFREA ORRT & R HHEAFS 2 A7 bV ORRT
EpYN
[1] T. Misonou, H. Nishio, Y. Tokitomo, Y. Inoue, H. Hori, T. Sakurai Proceedings of 3rd International
Scientific-practical conference on Marine coastal ecosystem pp.351-352 2009 (Vladivostok)
[2] K. Laasonen, M. Sprik, M. Parrinello, R.Car, J. Chem. Phys. 1993, 99, 9080
[3] P.L.Silvestrelli, M.Parrinello, Phys.Rev.Lett.1999,82, 3308
[4] T. Yagasaki, S. Saito, J. Chem. Phys. 2011, 134, 184503
[5] K.Koizumi et al. Phys. Chem. Chem. Phys. 2017, 19, 15745 (Selected as “PCCP HOT article in 2017”)
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100 % =it (kbp) ZHIZ 2K DNA 1X, 2 F AL EMZD L, 103-10*FRE O
JEFE AL D RS (—RMEEE) 2R 2%, —OFHlNALHLNILTE TS
[1], AAFZETIE, E8 DNA & LT, 166 kbp @ T7 GT7 DNA % fvy, Mg(2+). EAR Y 7
YO—FETH DA~V (SPDBH) B TIZHAFE L 72555 D DNA O 0 B 4580
%, dOCHEMEEIC X 5 DNA — 4 FBIZIC L W~ 11T, Silih F 4 o HFsEE T
281 5 DNA EdfiiE o b BEMSE i HARE 2 m72], K 12005, MgRH)DIEBIFIET D
B Mg IREEDOEEIN & 2, DNA 2370 & F 4L, DNA ENRFEL RDDONR5500 5, — 7, Mg(2+)
& SPDBHNAFT LA IT Mg IREDN 10 mM FEEE £ TIZ.DNA BMEE TS 2 LItk » T,
DNA ENRKEL 20, T a5 L. HODNA BT EFN T, DNA EXN/NSLS 252
ENBRENT, WEROA A UHEDE 2T TIE, 2 ik SO TF A NIFET HERE T
. Sl FA > OBEN, MEMIE < IXTTHDHN, ARFZEICE D, Zfih F A4 HAE
RETIE, BEWOFRGZHET S LS it ERZ R~ TZ LR LNE o7, KRB
2T, 2D X ) DR 2 F A R L OREFEFHEER D A 1 = XL E AT 57
DIZ KA T E2MBTF AN DA A RO hr B —DF 548D AtL,DNA
SO B =R X — 2 EER R %2 AWV CTHY o 72 BERE T VAR L7 [2], AAF5ET
EINDIHEFHETT /L TIL, DNAHOBHHZ ALV X —1F, "X TERIND,

AF, —=-IInC,—I,InC,+pl,InC, (1)
ZZT, ZIT, GG, Gk LA, 21, 3OS TALUDORETHY, [1XDNAFHO~A
FRAOEME, [, HIT2MME 3O FA L THD. K212, AFEOHREET VA
Wiz, S F A HAFEFICE T D, DNA KO I F 4 L AT O s B2, BT
FERND . A AU E TR ANT-HGHET AN, EBRT — 2 OEHFOMEER 2 HH L T
BY ., 2P T A HAFEREE FTO DNA T 0 BAEBIZIT, A 4RI L 50 tr

E—DOFENPARENICEHETH S Z Lifmftiroinsd, L 14
E=l =0 mM 3+ cation

g 301 I I I I I __ :::b L2r . 0.1 mM 3+ cation| |
= A ——-0mM SPD 2
] 25 4 0.1mM SPD L sl I 3 lo
= 2.0} ong-axis lengt ?, 08}
] 3 @
= L.5¢ 2 06
2 N T o]
g 1.0} 8 047
@ |y El I
g 0.5§ Long-axis length L E 0.2

ooIII Blurring eff “ 0'00 5 1‘0 15 20

. . - - . . urring effect

0 5 10 15 20 25 30 *

[2+ cation] / mM

w ! ‘ - 2 BifinF A d{E FCO DNA BIREK
B ST A FTO DNARIIE o oy e 5 L ARt 65 ERL. Mg ©

[MgCL,] / mM

Wﬁ‘fﬁi@?ﬁ’%@%fﬁﬁgﬁ%%[ﬂo SPD 753‘ O mM D DNA%T%E%{K L/«CI/ \ 5 [2]O

REFERENCES

1. M. Takahashi, K. Yoshikawa, V. V. Vasilevskaya and A. R. Khokhlov, J. Phys. Chem. B, 101, 9396
(1997).

2. C. Tongu, T. Kenmotsu, Y. Yoshikawa, A. Zinchenko, N. Chen, K. Yoshikawa, J. Chem. Phys., 144,
205101 (2016).
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IXU®IZ AUE - IR « EIROBOF M 2 T 5721 ffHEICHAT 5 BT, [E—iR
D7 7 T NI — LV AXGAW) ZHH L, #FiizicKE—EROXNE2RET 5, @7 vdW /<
FAZEHHATIE, T DBRR LT HRAk—KRbIATE 5,

van der Waals &, K& E#E T2 van der Waals(vdW) T L <@ END, N 1Thiv

wBThb,
kT (NT
p: —a| — (1)
Y, 4
N

Z O IATHELAR & BEREA OFERRE 2 Fi A T & 2 O T H7ICHEM & KM A2 R DT vdW 2 E
AT %, HEBZHERT D IIINH= L — UDKXPLETH D, ZHITIROEBT)FAR
Az ks L TR,

(QEJZT@%j—p,H:_wE+Z£D @ (3)
ov ), oT ), N vV N
vdW Xz AT EICBT 5 UTEEHZ 5,
2
E:k—TL—(@) , L>1 (4)
¢ eV _ 7 Nb
b Nb

ZIT a=sbllL VX NVX—DRITEFOTCH e BN L=, BEMH—5HMHOF7=7200%
PIFIZEZD (T3 rogs),

2
.Bzﬁz——l——_45(ﬁ@), Y S09 (5)
& & L—O9 V Nb
b Nb

T bhrbE— = bt — S OEE AS ORITBS)FE 1B 2> TEH S,
FEEDOEMR LLEND Gibbs TR AF— G ORABEGEOLND, (b, 1) ZEFTHXEHE5 7
I F RO A AN IR T2,
GV, 7y GWV,T
pl(VlaT):pz(Vz,T), 1( 1 ): 2( 29 ) (6)
N, N,

High Density Sglid
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FEHERELEOT TCOEELEMERE FMM) IZ X 2% BMEEHGETIL. %L
HIERYNVPISITED DVIEEIUTEWRIR TRV S, HERBESCHEFRENMETLCLE
I EWVIRERMENRD D, AR TIX, xR OXERITX LT FMM BEEEND
ENRICE(TTE S L 912, FMM @ Ewald IO S IZHOWTHEE AT -7,

ZHORTZ B 5 KIS FEN FEMD)FHEICB WL, #EMAEMERFENK Y b
ARy N CTHDH HBEMEIEAEZHEES — X —N CETARER T LT Y XL L TFMM A
MO TWA[], FMM TidRE — NEOBENETH L0, BEAWMOBEND LE
N7 ALTHDH, Fx b FMM @it s A OPLA MD Y 7 F MODYLAS[2)IZ 3235 L
RHEE MD SFEAFEM L Tx7-, & HIZHEERD FMM TIZERIL SN TWARh- T2 E T v
INAVRAOEHB2E BTV, V7 b =7 ORARIZE D T 5,

FMM TCI3ERE L ZEEBHICHEI LT 7L AW 5, f/hOV 7L NOER % 2R
FE—A L MIEHBL (ZOEEEZ P2M LIER), TNHE LD RERYTRICELED
(M2M) . N HDORBREFLEMOY 7' cs 7 NS TRFTEBGEE LML (M2L) .
TNE XV /NS TR EL (L2L) . &EIICE LIV R/ 7 L0 FETRBEGR
BERWNTRF & DMEMERZEHET S (L2P), 2D & &, M2LIZBW T, #27E FMM O
BRI OHEME L HIZ 0 12T T H72D121E. M2L OE#E1T H 2 DDV 7wV O IERE
DY TENLOREZNCHRTHLIBRERE S RITUXR SR 0V 5 BfMEa) e & (well
separate S & MEITAV D) & 72 S22 1T 10X 72 B 720 2], B VS RIS WEIROSHE
ZOFERREZITHESND, LLRRnb, HOEREINEFELL ZERDEBFHEOE W
DY TENLOFEITIE, ZOFRFITHERE SN2 2D, ZOHE, ZOFFEHEIE LT
DI, KVEFOYT7TEMCOHLML #@A L, IO 7' xR ED/ NS 72T
TAERAWTMAL 2179 E W o3 Ea X FOEL R HFEEZRORITIEZR B0,

ZIZT, ZOXIBREFHEOBNRITEBW T, FMM Z AN ETT 572D, kD X
INCEARAELANOZHFE—A L Fa MM (L > T—2lZF LD TLEHIDTIEIARL, W
K ONFEST-FFOWREBTEBFE— AL MIOWTD Ewald 15541795 HFIEABET 5, =
AUZ L0 well separate S 23 7= T =M E O M2L B 21TV 0D, KIED /NI IR SR T-E—
A2 NRHEEBAORBO T Z ENAREE 72D, BWEHEIREERTHZ LN T 5,

S35 3k

[1] L. F. Greengard, In the Rapid Evaluation of Potential Fields in Particle Systems, MIT Press,
Cambridge, MA (1988).

[2]1 Y. Andoh, et al., J. Chem. Theory Comput. 9, 3201 (2013).

[3] N. Yoshii, Y. Andoh, S. Okazaki, J. Comput. Chem. DOI:10.1002/jcc.25179 (2018).
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HET R LY —|3fx OB NFEORBELE b EE & THDH, HHZFLX—2HWND
L. T ZITEIENOEE OWRREE, AR ERRICK T 20 FRIMAEER. 2503y
THEEROWELEE O ENFREL 725, TN E TN MEZITI LD, Hx
BT R LXF—HEFENEEESN, o Ea—ZOMRER EE & bio, BREDRER S
NDHEIT/oTETe, LLERL, IKARELTHHZ R AT —HETHE A boFswn
MHEETHY, BFIIEZEORET2E0RKBABERAOIHRT VX —FHEITS H THLRES TIER
W AP TIE, BEHRFUENGR D RKEBEZOBR =X VX —EZ AR T 5728
2, A—H—NT7 NIV XLThDEESEFENRE (FMM) 2 HW-HB T R LX—55E
FEEH 25,

JEIBE RSN S NI RITERO P Z I SR UE7e b0, L LR, EER
NFEIFCD, L O FIXIEROBERZFF->TEBY, 20X 520 FORBRE % 25
X ROBRPMHEIIMIET 5, & 2 TxiULiE E LT, Particle Mesh Ewald (PME)EIZ & 5
FrEMABAEHGRE 21T 5 5HAITIL, —#k72 background charge(BO)WRICHAIT D & A7 L,
BRI ZME S5 HFERHWSNTE 2, —FH, FMM I[Z2oW\WTiE, Fx OMBRY |
OB ONWTOERND SN T VAR, 2T, A% Tid, FTEXTHEORHN
TR DOFFEMAAERZ FMM 2 W CEHli T 27200 FXEZEH Lz, 2 X 0 iEkd FMM
EH L TR ODOBNENLETH D Z EBDND, RIZ, BI)FERE BB WO THE
LR HRAEZEB N, 22T, WEBRERMBEERZ S Do T~ EiraIlH 0 x5
(K1), OOy TV TNTG A= ERRXEEN L, 20L& XEMEFFD
WHE L BC ZRIBFICIEMN ST H Y TV SH 5, 2RI L 02 OROBELA M2 S S
5, BB, WEEREMHEER~OA A=A 60% 51X, FMM & PME 00 d
Ewald FllC X » THV A Te S, ARG HIED ST PME 2 WA L 0 & KRIEICEEREY
ThHIERHLN ST, BBIC, Bon®RNEANT, A A OEEfO A BT X
NF =R Z2T 4 OBRFET 5 MD ¥ 7 b MODYLAS[1IZ & - TiT - 7=, Ak IZ BV T FMM
EPEND PME ¥ & DR ERER % FHEMBESRHEREOBLAN LT 5,

®

AV
ARSI AN N
PN a
o AN AN
PANAN

1. EEMEZR - ZREE) EREE (A) 3O background charge(BC)7Ai (B2 7)) b
5% WEABC ERESHEAEENT S, A BWEABC EEEENEAEMN L.
Reference:

[1]1Y. Andoh, et al,. J. Chem. Theory Comput. 9, 3201-3209 (2013).



1110

A5 ARESF PIWA OEEBIRICEAT 50 FimaIBIR

OfEAFA L, AREBERL !, M 1, M !
T REET
k-fuji@chembio.nagoya-u.ac.jp

1. [XCHIC

”A%®w%%%% > L oL BB AR o TR ﬁ@oé@@%i@ﬁbhf%%
T DR LB A OYIWT & W o T2 @50 FRREE A 1 = X A OFERIZ DOV T 60 Z
STV, LILENRG, &0 FIEE A 1 = X L OB, &7&&'“?“%7&»@&?6
LT“AZ\EJ:&OT< %o I T, BaIZEFE T TENIFE (MD) BHREZITV., @01 OE
LR T - LA BHLNILE Y E LTS,

EE D MD FHE AT 9 7201213, BT o v v VEEITAL RS S O 2 B A £ 72 il
RV, BEORT X VB TCIHMEFERE ST A I 5 Z LIXTE R, FD
D, ALFRE AU ARV ) Z LN TELRT U v VOB N LEAR K E - TL
%o # 4 I1LPE,PMMA, PC,PS DFAART > v v L EBIF L TRV, # 19 BIEGHR L Re
TG Lz, AR TlE. R LERT oy b2 AT, HIREN TV D PMMA %
L 72 DO 2551 MD gt 21T T2 fE R IC >\ T35,

2. FHEFE
REWE DO AR T4y T MD BHETIE, Fox BT L7 CCRERDRT v b b LT,
Vecims =P ~Vecewse O} [1-exp{=atr =) ~b(r =1 | ]

Vecea le(9) k (6, — 9) +k, (6, - 9)+k(t9 (9) +k, (6, - 9)
% A\ 7=, Lennard-Jones FH A/ER . Coulomb fAB AAER 72 & D C-C & LIS DR T o v LIz
I3 OPLS-AA % Fi\ =, Z4U 50 MD 341X MODYLAS[1]% FV T - 7=,

3. FEKER

PMMA (2O T EBRE D4y F 4540 (Mw/Mn = 1.9)% B9 25 2 OVERRIC L L, EEROk

BEBIG L R URFRIA— 2 —TH 5 10 m/sec THI SRV FEZITo70, 20%IZ EHEM LI E 2
T, BREEE X 72, TO%, IEHT IR T, {LFERESEZT RN oM TnE, &

FEHINZ RN DG AUS TN 0127257, ZZ CTHEATNEIEL, EH L TV DO HR KRG

HIZEIRIS T THDH EZATHD, DEV, D& BINSHISET S, RITMzEh

PTLMELTLEY) ZERHLMNE BT, TOMBEICOWTITY AMRET 2,

BE

1. Andoh, Y. et al. MODYLAS: A Highly Parallelized General-Purpose Molecular Dynamics
Simulation Program for Large-Scale Systems with Long-Range Forces Calculated by Fast
Multipole Method (FMM) and Highly Scalable Fine-Grained New Parallel Processing Algorithms.
J. Chem. Theory Comput. 9,32013209 (2013)
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+—H—NE%ERU\- MD/DFT HE EEBEICELD
NFIGEE
OfE BN, RIE &KE)°, ik flisg'?
"BRORBESLEE T, 2 HUK ESICB,  HCK# MR

ryo.ishizuka@cheng.es.osaka-u.ac.jp

DFENE: (MD) ¥R a2 b — a3 VORISR EEAET D0 I OREIT, RIK L EIER %R
by Ialb—va UIFEOHFE 2R TIBETH S, FrldA 4 iRRCuERE CHEE 12 A
LD EMBERLO N R E N F GBI M ESES Z 2 A E LT, MD & &R HE
i (DFT) #Zuipk L7z MD/DFT B CEfEEZIRR L12[1,2], KRFEEFRORT v Thb iz
Ho 1) ELEWHEEZHWEMD Y2l —Yay, 2) MD 997 NUMnbH o
TN LT R IEREE A W T DFT 3t R 21TV, BONTETEBED T 4 v T 4 T b G
AW EEEREZEH., 3) FHLEZEMEHAWTEHE MD 2 2 L—3 3 V&7V T
%D MD OMEENINEK T2 FT2) & 3) #H O E\EE YT, ZhE TO, MD/DFT
HOMEMEEIIMD 7 V=27 hUDLOIROH LEEERS "SR5 7 T A% —0DFT #H
NOEMEZREL TN, L, 7 7AX—CHEEBMICKMIEDLZ ENHEKDDITE
IR 2> O DR R OB TH Y | @R OB E %2 b SEHE IR IR R~ IS ILR
HECThHoTz, £ TR TITIFELGEIZHEE L TV D KEERO DFT 5tH FIETH H 4 —
F—N EEARTIBEEH L, BTRFDOR2BAEEEED LN OEEEBR 7 4 v T «
v EREREICLE (K1),

AFEA 1000 571702572 % TIP3P & SPC/E D/KIZIEH L flizk th e o 5584 B &
FHE L7z (X2), DFT (ZHW D KO AR E L, IR 300K < J£7) Ibar ® NPT > = L —
BTV L, A —F —N L OpenMX [ZH# STV B 5 EIRtiaEE VW=, X2
NHIRFEDRFE D EMIL B OFEFH T L TWDH Z EMNbd, HIZ TIP3P & SPC/E &
HAIZHRIRF T, KT OEAM (step0) LV HLAI/NIVWVEZRLTWND, AIEETIE, H
HBOBRNKOMMEIZ G 2 DB L RTFEOA F U BIE~DIGHIZ OV T b D,

—0.800
Analysis
9
Yes . -0.820 - -
4. Converge ? gn ¢
= -0.840 -
o ) TIP3P Oxygen —@—
[ SPCE Oxygen —@— |
-0.860 - -
| | |
0 1 2 3 4
2. Large-scale DFT Step
X1 A—Z =Ntz X 2 SR T D J -0 5y R A
MD/DFT B & #3451 O TR AR A7

2 3K
[1] R. Ishizuka and N. Matubayasi, J. Chem. Theory and Comput. 12, 804-811 (2016)
[2] R. Ishizuka and N. Matubayasi, J. Comput. Chem. 38, 2559-2569 (2017)
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#i3RE QM/MM EZD 75 ERRFE E ZDISH
OBEXRE ', wAEZ ', HFMEMAL'?

'RIEKPBRHE, K ESICB
hideaki@m.tohoku.ac.jp

(E)] HHRCNT2QM/MM > I 2L —YavicBunT, WEHSFORL ST ZDU
HOWREET T QM fEHIRICE O 5 X 9 BIRERO QM/MM ¥ 2 2L — a Vi, B8R
10> SR S R BT BN D 43 i % T T 2 415 fiikod 2, LaL., QM D% AT
DUFFEIIHRT 2 2 & 13 QM ¥l & MM BB ORAD LY bu—2HRT 250 TH D |
COWBERERT B 2 L OMAERN QM/MM H0REIC B W TRETH 5., Faid. QM
L MM VLD 1850830 T 2 MR CH T R 7 3 o v L O BEHE ISR T B IR T 2 © &
BAERBREOSE R E L, RA BREREE LT, ks v PARAERERL
H;0" O/KFIEEE DB L 72D T3 51,

[Hah] Tk OEET QM/MM %l IREDEICEET 2 QM OB Flc i LT
1 Ao (bias) K7 v v L ZHIINT 2, 2DY 2 2L — a v IcBIT2YHE P OHF
Y% Phhd " L g3, 1. EHEOEESTE MM A5 cabb T 2850 QM/MM i
BT, AT YL v AZAIMT2BA4 L LAVEAD P ORI EEE, 2nZh
(Pya "tk (P L g gz HHAET Y v LD BEERIE L 2R
QM/MM 12 & 3 P ozt Es (PY™ 3

<P>QM/MM _ <P>QM/MM " <P>MM/MM B <P>MM/MM (1)

bias bias
EETL, Ak, BEOE FHHRE-INI3EZ T TR, ¥YIalb—yaryho
IXNF =P HouE, SMERORENIRIEINLE I LbHe I TH S, F/o, BEOD
QM/MM Y — 2 a—F23biuE, X(D2FEETEZ LML TESDTH 3,

GEX25 ! H,0" & Z DiEfED 4 D DK4y 1% KS-DFT Tt L. 51D @ 495 o
WK% SPC/E EF N TRIGHBEM QM/MM & 2 2L —>avy2FEML., )itk ->T
WWHE D DK T DEEE DB A BIBRDF) 2 #5E L 72, QM fEIS o SHHBI R 7 v o v L
1% BLYP LBS# Rl R L. (1) DA DR % 200 ps D QM/MM & 2 2L —v a VI
IOFEML %, BHEEME. T=300K, p=1.0g/em® & L7z,

(G & B 52 1 ISE IR O 0-0

RDF #n L7, M1DONFDER»S 4-21F, () °F W
DAODHE (o) Z2nFNRIGL Tw5, é 5F W(QM)/W(MM) with bias
ZDRTIERO-0)=35AICBEVTADDEBIT £ WM/ WMM)
IHHET v vV EAIIL TR Y, Co#Iick g R wth b
O A(D)D4UH 1 E 3IHD RDF @ RO-0)=3.5A 2 3]
fhEIC AR AR Rl T2, L, X)) 2 5
DIIEDBEIZ X D "WQMYWMM)" @& RDF Xk E
VTR, CDZT—DMIRT 2 BB, E, 2] s ~
ZDRERIZ, AIMD[2]D 5 2 % RDF &b R —HL 0t : .
TEH., KEFEOEHEI R I NI, RO-0)/ A

(&% 3R]
[1] H. Takahashi, et al J. Chem. Phys. 148, 134119 (2018). X1 H;0"-K5FRid 0-0 o RDF, AIMD

[2] Y.-L. S. Tse, et al, J. Chem. Phys. 142, 014104 (2015). DREHIESTHR2] & D B,



