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Development of molecular tier model for quantum dynamics
calculations of molecules

*

Hiroshi FUJISAKI

1. FL®IC

ARG T o Es, —DOFTIE o TEAN BB O—2 03[ #RE) (vibration)
7205, FNRBFT LA MRASHEAR S SVOIFEICEVERZ 5 —ILDE
BThs (1] ZoOERMIAFEETMET LB, Bz RBMEESFE H 2
CENL 2,3 )T AHILT, mTFEMNLRMELREICHRZ S L) 12%
D, EERNGEBICZTOEEAL LN S TH L, Bl ZIE, WK R ARG T
@ [7115 (force field)] Tix, LFHHE % EOMEIERHIEFARE & L THb
n5 4.

)5, IRE OIS EE 2L H D, TRERTHARONL DD
FETHFOIRB AR PVED, FEBIELORRIT, ARSI FTHHHE L
R L7 EORBBORMN L 7 e LTHRS [5. ChEMIET 5720
DREERI %2 A — VAT RRERENE, S BLE ORI B B3 7200 R T) 123k
MIEHEOEIEETN TS 6] SHICKREMAMEL LT, ITRILX—BH
OMEND 5 [7,8]. LHRROMAEE. (b 2 BEEIREIERT [2, 3, 4) T3,
HHE-FOZANVF-ZRHEL T, TNIMOET— FLMVR0IC, =%
VE-BEPERI S 2V, LL, BIEIRIAVF-BEIIEZY, £5F1C
BOTHMWZELIEVERT. 2I)VoZF A FI 7 A%BMT 5201213,
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R 2 B 2 CIRIEE 2 b 2 T S h 5 v, 2R OIREN B0 %
B (5] WM T 20O RENTH .

SHIFEMAZMELS LT, MAEFROBMNP, EFRICHTIHEEOR
Bhd 5 9. BHEIZE N, 7 0k R0 TBITIE H 5 FAIRE B
T5. ¥ BRLLREORFEMIELE, Ao LDHRIL. Z)vo
HRIE, BHZEOMRETDE) B unfOAR LT, HLBREOHEE
EEULRBLOMD VD EMEFEEINTWS, LirL, FREERLSSVWOHY A X
BEvor? 5FRZF0OL) MEEEZLLETYH, FEWICLIVWRTHS. L
ML, BTRHRIZZLZTNELSRWVOT, ZOEERFEIIHRECIEZR .
CHAVoMEIZEF TSNV EETLVRTHRONG Z EDL WA, EBE o
B EZEZ T, TEZLZT5FHFEMEZ R 2ET VRO SN S,

DEZBEZT, AW/ — b CIHLBEEORESEOGTORE T A3 2
ARFET L2700, FFEEET IV (molecular tier model) 12D T
L, ZORBEOMHMAIIDNTHERL, W OPDOERIRFIHER L EERE DL
BIZOWTLHERT A, 20/ — FORBEIRUTO®E)THL., FTHE2ET
B YA FIZALRMAD, FOFEEIZEI ) LODD L2 EMEBIT 5
BIETIE, FTREETIVICET2ERICHEICMNBT, ZORMKNEN
FIZOWTHRL, FABIIRLRHEINRMATHY, HTREETVE - F
LT B7-DICWELTILTY ZALIZOVWTHNS, BE5ETIX, HAHHTIZOn
T, 4EOI— F2flio TRONZPMPRHERIZOVTIHER, EEEZMZS
EOHIIFELOERBETHS.

2. BFEAFIVR
21. BFIAF IV ADLEME
ANHPEREBMTE LY 70225 = VTR ZHEKIE, —HKWIZ=2— >
DOEHHERXL, MAENFOFEL - A b =7 2K % EOHERNE (classical
mechanics) CTRLBTE L LE XTI WY, FFREFDOATr — VTIEBFHZE
(quantum mechanics) 25 MIZ% 5. 7272L, &CxEFNFETHLIT
MIWIFRwvwEnw) ZETid %<, ¥I2Fak—L > X (decoherence) [10] »
5L 7% (BYPREHETHDILTNL) RRTH-720, #)F/HULo
[RW] B2 —VOBREH) OTHIUL, 72& ZKFEFEFTH Ak
IENTE, TH) Vo eERHIEOWTREBRN 2 IGPEE SN TS [4].
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bEDLA, BESTOL)BRELTTTH TOEBTIRP TR T
E2bU TRV, BTHRIERGINELAr—VIZBWTEHRLDT, 7
O k> B E (proton transfer) X, SIREBDIRE)Z: L I2 BV TITETRIRIZ
BELL D, TOBIC—20RIEL 2501, HiRTOREDS X kT (T ~ 300
K) LWL &0, HHLTWAZALVF—AT = Ey OA/BMTHY, RO

E

r:km; (1)
ALEYRETNEETHRIENDL Lo T, FlzE, EHHKTHN
W, ZOREBIE wo L LzE EIZEy=lwo THY, kpT/h~200cm™* TH
205, CORBEL LORETHNLE, [T LTBLOPEETHL. 2
NZ AL E - THRT 2 &, T A VF—HAIE hwo OHMBZOT, Th
BEFES 2L o THSHEINT, HMLEEEANRT PVOX KRB0 E
AMEVHI T ETHD.

STHORL R (bond) N> K (bend) DIEHIEE b 1247 < &b 1000
em ™! DLEOREIE A FHEOOT, TNHR>ETLLTRIFEINETHA ). 72
L, TR A RRE A — VOBIRDPH ), TNOHHERE S TV DH DN
fliEZEEL < LTWwa, #EESRHOBILITE TR, TIRBIHOBISKIL
HHEIZH ) L v ) [BEFHEESZE (mixed quantum-classical methods) |
[11] EMHEN 2 FEFHDIDE 2 EHL VD, TRICIEMkA 2MESH L. (2
DOREIZOWTIE R THEICAI S 2%, #H ITREREIED LA

SC, ALFERIG % EORETIE, R PN, {o2oweh$507T, £
OHERVIZIRE) DG L ARTH L . T, COHAERERTIAFI 7 A%AT
I ETREE LD, KTy vy VliaROLEVHIELS DD, KTr v
% FHE T 5 7:0121%, #% (L Born-Oppenheimer (BO) 3l [12] 2 RE L
T, EFML#¥ (quantum chemistry) FIHICE D KD L. T v o LFHEEHE
LTI 200N HO T — FOETEL TWw5 ((REMN S b O & LT Gaussian
X GAMESS 2°% %) #%, WML BRLEFSV AP A0a—FidiZL A
EEIEL B 2oiBE LT, EHE (BETRE) FIREO%REICIE, BO
., Hartree-Fock (HF) 3l [13, 14] L Vo -—HOBEUOTNAH Y, £
NETICKEL LI T (BTHBOME LY ANs) 2 &L T
HOIK LT, BF5AFI7 ADHEITIEL ) o Mo 720 OFEHEAL A
ENTVARW, 22T, FALGRICAIELRCAEMAEEEZC, ZNEa—F
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LT DEEWIBIRTH 5.

22. BFHAF IV ADEERE
quﬁ§%&%%V4+:7%@%%&uomf%ﬂéﬁ,if@%@t
WL ELREZLTEI).

BF 44 F 27 X (quantum dynamics) & IZLFORMIIKGFE L7222 b —
TFTAoH—FEKXEZMC, EHHBEELHEOBEE LTkpzh, KERICK
L2 (Rl 258358 wH 2 ThHD. FFEENICIX, BO TS
SoTETOHHELRTEOHMELY FHT 2. ZLC, NRHTORETHEE
BOLoTIH LT, BANZTEXILT TIN5,

.0
inge@({r.1) = HO({r}. 1), @)

s 822 V(). 3)

CZTHRERONINVI=T U THY, ZNIEEHZANVTF —DHEET &,
KT v VEBV({r}t) 280, r 3KRFOMNE (HET) THDH. L—
—EHGEEER TV LA, BB EPOFEBETIORT v v VBRI
—p-E@) OBEPEGEINTWAEEZL. ZNEETROL —F—HHoORMEE
EZHEXIIFLICHVENS (152

K (2)-3) ERKRICORMS HER LT, BEDFOL 127 v Ficdl-
TS FEIIN SR GEFHFHE) TOHRVIRYITHERTIEZ V. AT
FTIE 3RO (BERRLEEY %) 2F 2505, T2 TIEHREZMTOWR
B O({r;},t) EEZTVDEDOT, RILEAEINIHEZ TWAH T L ITERL &
I, LoT, TOREML 2O, MEPOEMNFEEMEDLSE % 220,
221 EEBBZRAVEERT

BB RIS IRITO € VOV M 2RI [MEAT] W bIF7E7DS, BEFHET
b (avV¥a—% RICEETD) 2010d, FREAREORKEHETETLE
Wb, PlZIE NIVvbh=TUE

H=Ho+V (4)

172721, BT - BFEIRTCEr &L 2L —F1 v — R % BO il L TEL &
VIRABBEICHET > T b, Lo L, €)oo HFEoMAMIIEFINNSRRTH-
720, EBICEETL2012E, WHALRELE LATRIER S AW AL

272720, MAETHTRIABTEULHENLEELH 5.
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ERELIEEIT, Hy AT ICETRELZET 2L, TORAEHEEEL-T
EC, HEOERDEMEERT L2 WH) T EPEZLNL. T5&, HHAEI

e({ri},t) = Y cala) (5)
ERBLEN, WETHREMIKET 2 2L —F 1 =R

ihé%ca(t)::jijl¥a5cB(ﬂ (6)
B

El B 2L, NIV DT AT
Hop = (alH|B) (7)

LERENG. BIE o) OBSER (TX3EFSE) TEVERIES LS
TH0N, BFIAFIVAHEDERTH 5.

Bl 21X, NAFRISHL Tid, 2L LTUTO X ) % B (direct product)
REZDLILENboLLHRTH .

lo) = [n1)1 @ [n2)2 ® -+« |nn) . (8)

ST, )i i FHOKR T n MOBTFRZITHEIN TV &) EKRT
HY, BIZ TR FOXKEZEZZ LTI, L, 2OLHIBEEDOLD
FIPBEBEZS LS, HHEOKRSWRELH» L S EIXHiET 5. iz
X, AKX 12059 %5200 FIREL» VAT, NRETFHNL, £
i 2V IO E VD) T IR D, ZTHIE N =10 < 5\ 5 HER VA,
N=20%#8Z2%&, 100 JRTCOITHIZHH 2 L12%BDT, ) atEHIZR
LI LIIHEETHL. THIIVDW D [FEHDE (exponential wall)| O
HTHY, BEMBMICELL 22MED 7 7 ABL TV, ZIUIBRIUE,
bLARETE avCa—yon—FO#ERZ2HETEIFETELLIIICRDE
VO BT C, REMICEHEREETH 22

2.2.2 VCI/VSCF &, MCTDH &

ZTH LT, BFOWRBHEEZ KO LH5E51E, %) OBOEFE2HORT
bEEDPTRRTSH S FEILL X520, MLyab—71 Y T—HEXZ2DIZ,

877U, BYav¥a—y (BT PPTENEAREMLBRIZZL0O20 LA
ZW16]. L2 L, THZIEEAEFERER S TWLE I EIZELWESLS.
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COBEVIMITH A B iU, EFREFE TR PESENLE LCo HF &
PCTEEMICENESESNLHENL L, 2000 Eamby# i - FHESh
TWa72HTHhA [13, 14].

TP &) IS ZIRBYFTH I o THRLZL E) e ) TA T T,
VCI/VSCFEZLFEN Db D TH L. ZHUET A # R HARTHESEATY
BHETHY, DM T T 4L LT, Multimode (7 A1 %), SINDO
(HA) EMHEN B b OPEHR L TWAE. RS Mo 2098 s LTI [17, 18, 19]
EZDOBEZEUMESTROZ L

ZN T VCI/VSCF IO WTHBIZHMIL L ). STUTOLI %, &5
RE)E— F Q; \C 3% VSCF (vibrational self-consistent field) 5z %
MChH. ZIUEETIREGFHEICBIT S Hartree FRERXEFBEONTH 5 -

[
2 0Q?

} 9 Qi) = e Qi) (9)

CIT, QiMUELA [EF vy v] Vi 3o E— Fh 5 DHE L PR E
KCZIFTHBY, UTCEHSNG

Vi@ - <H o0

i

14(%)

jH¢m> (10)
J#i
CIUE HF #2817 %, Hartree K7 v ¥ vV ERIBOERKR Y FD. 7272L, HF
FloENE, MEERSZ -0y DL %2672 TR, L6008
V)T ETHDH. THIIREE— FHOEBOBEMLFHSEHIBND &)
ZEERERT 5. C@iiﬁ%?t?%k E$F®$ﬁ%ﬁﬁﬁ’¥ﬁb‘
FAIUE 5, SR A MO EENICOERNLMESE LS. 22T, #E
IARME 7 AR EAE % 8 24 22 kBT truncate 5 & W) EERZ L. EO
FORENZ D DIZLT THMT % n-mode ®I (nMR) ThH L. Thil
f,%E%muQ%—F#a%—F%@ﬁEW%L#mb&w:kK&b,WE
Wﬁ@@%ét%%ﬂXFiﬁ%4

_®ﬁ%ﬁ%ﬂélﬁﬁﬁ¢ @)i 1E— FEBBE#ME LTIREODLD
o T2 EMFEENG. LoT, ®E-FICHT S v ab—7 4 v H—FH

4Gerber, Elber & [20] & VSCF 42 #®C4H v 37 BISH#EA L7275, TGRS
bW Y ANTz8 ¥ o8y BORBFAN & L CREFIH R bDTHo7z. Ll KF¥ iy
VEHOKEER VSCF R HOME DL H 50T, 4 TIREEEMNZER L 2R,
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Re<DI2id, CoRFEBOERZE->T, NIV b7 205
WHhwew)EzI2#E»rNL. ZhA VCI/VSCF #:Ch s, 2F Y

2m(Q) = ¢4 (Q1)8'2) (Q2) - o0 (Qur) (11)

THEERBLETEDITTHL. THTEFREBOFETIE 7V CLIZHIGT 55
HTHY, ETED L0, FFIFIHEIX b2 r5s (EROBEOREZ B
MLTIEBELW). 22720, DAEARIIE L TEATRETH Y, ZoReSH
TEBHEITIFFIT O,

VCI/VSCF # & JEH B 72 e LT, Meyer & 2D FEBFEHE I X > CTH
FEREA TS MCTDH EA0H 5 [21]. ZOHH b time-dependent Hartree
(TDH) £l H A% — LT, £NTRY %\ »#% % multiconfiguration (MC)
TRIMZTNI ) L) FiETHS. MCTDH B3I F A Y NORFFEEIC
Lo THEINTEY, k4 RICHBINS 5 [22, 23, 24].

223 F—LREFHEZAVSFHE

F— LREFHNZE (Bohmian quantum mechanics) &, b £ bEE T
F (KEIEED OROMELBRT -0 SNIEZFTHD 25, L
L, ST a b =71 YA -HRXERENED L) IRAL L) 2T
bdH D (Z07-0IlBFRENE (Qquantum fluid dynamics) & IFiEh s 2 &
bdHD) 0T, BRMEIZZEALTIC, &F5 1537 2L 72008l
AF¥—nbEZDHILELTESD[26]

R—AmTFNFELZEL2DIE, —BICEERT S 2 W8 B 5% 6
FRLTC,

®(x,t) = R(z, )’ @/" (12)
EEL 22T, RS Ea,t DFEBETHL. INETCDOY 2L —T 41 Y —
HRRIIAATLE, RE ST 2P EINL

8p(83;, ) - —a%[p(w,t)v(a:,t)], (19

_08(z,t) 1 <8S(:p,t)
ox

ot 2m

) +V(z)+ Q(z,t). (14)
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72720, pv,Q LT TEHEZE NS ¢

pl,t) = R(z,t)%, (15)
oo 1) = - 0500, (16)
Q1) = R 0°R(x,t) (17)

" 2mR(z,t) Ox?

CHEEFICHAVHERICR>TwE, Lw)nd, X (13) 1FEFEORTH
D, X (14) IRXIS@BEN D FOEE SRR NIV Y- YaEHEX) 2
DHDENPSTHE. OF), BEHICHT HHEN RGO ERICR T
LIICRZ%.

LAL, MEZOIR (14) 128105 Qz,t) DHEETH Y, THIFEFHORT
YIURNMV(@) ICRENDEILENLBFRT I vIL (b LCIRRTHIE) &
ENTW2, ZOHEHDZOIZZORRRBEETHAEFEITRCIIE LS. Z0H
D7D, vaLb =T+ I —TRRN 2 EHEEOIZHRT—RME X)) v b
HTWEHICEZL, LHL, HEAF—L2 L LTERDLE, BTETFT VI YV
HIE p(r,t) ZMECEINTFHATEL0T, AL TAHLMMHEIZD 5.

BEAX—24 L L TOR=ARETIEE Wyatt (BiZ BB OS5 FREET
WIZOWTHEIEEZ DT TW5) OIS & o TIEFITH IS~
BN, FOMEIL[26]1CF L FoTCD. FEOETHE, MAENFENZBIEH,S
Palb—=TA - BREREFER T L VHIME 27 b H Y, OO
FWAALTREEZBO TN EERE1E5 .

224 BRESERVIHE

EIRIES (path integral) [28] iX, EFALOFEL L THOETFM L ETE
CHWOHNRTEY, ZOoAMEIEVIIZV. —F, SHERZoBE»b 1, &
THEEZT T HANOEEES> TR E W) 7477 (BEFS MD &1 €~
THNEE) L5 LTEBY, CNHEETHL. TOHERICHLHE X FHIE,
BEEH>THIAFIVAZRADLEN)IZETHY, THITTHERBARIZBIT S
Onsager-Machlup 1§ % & 11 & &1 72 Wentzell-Freidlin /£ % F\: 2 515 &2
KIZIEE 12 X BT 5 [29, 30, 31].

B®RES MD (PIMD) ® 7 4 7 7 1% Chandler-Wolynes [32] 1< & > CTAI%
EN2H DD, PHEROBELZRANLENIIBNT, 120ETFHRE 1 RKOK
U= PEHFRICEMZE V) FEEME). PHOE/ v—05b%hbK) v —
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2o L) E T 5L, BEFROGEME Qp &, LTORERS & LTH

TR
P/2
o= (gt) [ fameamee

CZTRTFT UV VEED L) LE Op X

P

mP 1 &
Qp(z1,-- 2P B) = 25 ;(fﬂiﬂ —z)’ + P ;V(%) (19)
EEFREENTBY, SHIEETF Y v V() ZELE BT A0 CEf) #iEt

NEEZEZZTHWLIEERUILESL. oA i!ﬁi%‘f‘%@, EF oy Lol
BRI L CEBZE = L TWARWDT, RFY Ty WML SR THo T
LHWDE Z EPRBWES TH L. T, E—FHHEFAENISEONLIRT Y U ¥
NVEMH ZEHTED (33, COFFIIFICEFEREDoOmEL &L MHb
NEEHIILoTETBY, BEKORH S 5.

72720, COBERTIERKHIKFE L2222 ENTE 2w, TR0
TRy =8 — 2 EHE G FERT S & (28]

m A\ N/2
Gz, ty) 71\1151100/ /dml rdn-1 27Tzhs)

ool F 5 () ve] ) e

7=0

LB, COSERSEEYTANVAGETINE, TOEAE L CHEERY
EZRITNECT T, SHREOPUENIEFICEL 25 L VI REBH L (W
bw2AFEHEE). 2L, BTEEROTAFIT AR, L) o RO

WHAFE L7 (BIZIZIRB AR M V) 251HT 572032 0N
FEfE) &I TIEEN R VES S L L, BURTIEE 22358 = T ge s
fTbhTws c‘:\ﬂ’)?;c]z THh5b. Hlz1E, Cao & Voth i& P D= DL
Mo 72t TH A, centroid MD L IEN S HEEREL, Tz ¥ A F 3
7 ADFHEIZS a7z [34]. 72, Manolopoulos & 13 #RFE 51220\ T ring
polymer MD &IFEN 2 FFEZIRB L7225, Siud e L famicsn
<, MD FHE & oML Lo,

5centroid MD & ring polymer MD 3R E 25 —REMAKSFTTHO MD 22— FTHh 5
Amber IZBEICEZE I N TV D,
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Makri 513 &4, EREMOBHREDZFFMHET 2200082 LTHB), R
I3 forward-backward trajectory formulations &\ 9 Ji#EZ R L T3
[36]. ZAvidd HARE, b (DTIZHEND) OFEET, BEEMMICES X9
Z (D) HBPUERLO) FHEMOHLT, ) ICAFTHEZ#ITLD
TiThsb., ZofRE LT, BIKEROHEMBEAZHE) T L LWHETSHS. Berne
S [37] b REHIAHPABE B & RERE R 7 & o CRMI T 2 7o 0 Ok 4 L Tk RAER
L CTw5%. Krilov, Sim, Berne [38] I3 FFHIAHRIBE $ % IR R CREM L €, 1z
ERMICRT LSRRI PAE-FZ AV HELRBLZ. LAL, 2h
FEBOSFRIGER T2 I ELEZBMNLMEN S L. 20 k)T, EE
] OREEEA D DO RE Z RS 2 720 O 4 ZI) AP R SN TV R 05, 7253
EMNRDBDIEILNEFT o TL VLS,

72, BEHFROHENTIIH 505, REET OV A CIRBY RN % o 723 H
ELTC, EEEMIFESICE BN H S [39). SO TIE, HIHIRE)E—F
DEMEZZ, ZTNEHEEL TV AMOHRE Y BHBE— F GIFRE) F TS
N2ET5) LE2T, FEABH (influence functional) [28] D&z % ffi> T
ZTheHET 5. L, IREE— FEBBE— FOKED bilinear TH D% 5,
COFFERIMEICHEATRTH), TOHBMATS ISELARORMID 2
[40]. 72721, TR LRI S T HOIFREOBE LMY ANDL I EPEELE
R, ZOLDIHEOBRSIIHT 2BHRmE M) LEIAS N T ORBES
O E, REHH O ON 5 ORBBEANBEHINTBY, £727 PRy
I HBETHERT (Bl) 220X IBET L) ERICO AV L.
2.2.5 XUERKEEE: BEHR, FEHERLLE

ETHRZZFHEEL, Yalb—Ta - HREA»ENICEM S FEXE TE
LITIEMEICHES L) 770 —FTh ), HLMRTHEELHBRIPBONS.
LhL, bo @MAMMPANRONTS LT, mEMIZ (L2 LRI #
EZVEV)ERDPH B, 22T, B Mmoo L) bk ) &
VI ERRE D E 2 SN D, BRSBTS R OMES [41) 20T, TO#EH
FHIZE SRR, BRIV AIWAEFIFEE N TS, 727210, MEE
LT, EFIZABASLHRIRD I bEV) I L e, EBRIZEELL) T
5 LIRS L LD N6 H L L) T EDH L.

BE)ER (perturbation theory) |2 & % b @324 M2 Landau-Teller A3
i) b ODL N [42, 43, 44). T HLREE- F2EX T, 22BN
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DWHEER §F L L7-E &I, §F OMBBEECH) = SF(t)SF0)) D7 —Y T
Tl L CERBMEITHTELL T8 THE. TITESINWHEED
RIS S0 5 £ 912 #%~E<#%ﬁbhf£b,ﬁ%%tﬂ?émmm
bERICH L (43) DBEFELWSR). LhL, EBEIZZZoAXE M) B2
Bex EXSH L. T3, BRMICETFHFMEREIND SO, B T55%
A L CEH I B €2 % 2 2. ZOWAIIEBBER Y E (B
BEBWIEWEELH ) AL o TWwA I ENL0DT, ZRIZHT AHIE
L LT, EFHERTF (quantum correction factor, QCF) %\ % Z & 2¢
%, LhL, QCF BIERICT Py ZICRESND %, T kbR
HMORAHZZXLZE>TEED L. T L VIREPRA D X 1 = X L9570 T
LWIHENLVOT, REBHEZERICR->TLEISHENS . /2, 2HT
GTORY FO LD R WAMELIREIE— F25H 2551 LW, ZET5T ORE
E-FOLI)BEREOE-FIZHELTEDL)IZN GF 2EDIT I v Lwn
JHMEREWTE R, £/, 7oV IDEEAEH-oTWEDOT, VI 7MW
 GEEOLRV) R THhVwEMzZ v, ZoOMBEICH L TIREES VD LHEE
RKERGTRIH LT O0RAZLTBY, 1,42 12Z0FLDOVDH 5
FHHME (semiclassical theory) (& William Miller [45] X Eric Heller [46]
Lo THIMICED SN TR EREF S A F 37 ADWEENLEMETH Y, £
COHMEANWT A TTHH D, —D20&KIEL %5 DIk, Herman-Kluk (HK) @
TOANF—4— (477255, ZREDTo L) cHErNnG

—i 3 1 7
e M~ @rh)N /dpo/dQO|Pt,Qt><P07QO|Ct(p07QO)e Selpra/h —(91)

2T, St ERTHzZONA MY LRIEHTH A
t
S = / dt'[pv - qv — H(p, q)). (22)
(0]

T2, G BPEHBGHmEEERT L ESIHNLIEETH), RTHERZOLNS !

1 i 1/2
|:7 (qu + MPP + CIP + 7MPCI):| . (23)

[\]

hey

2 2T My, HIIREMITH (stability matrix) TH 0, » AHEIIH - 72%5E
HEHLHDOTHL (Ihho) T 7 7i8ExE 3:°%)§T/-%:“C“§Z>> £72, |pe,ar)
iFvhbwsbak—L 2 MREE (coherent state) TH D, RS RPN
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HThHbH., ZOHEMTOF LAY prg THY, RICEHDLELIT A—F5~ T
b5,

Miller [48] I & o CT/RENT WD X H1Z, ZTNIEHFS% Van Vieck (VV) 7
087 — % — EBERI RS TH 2 L E BT ENTES [28). VV KB
A FEME AR rRIEE S v 2T ), Funy— ¥ — 2P mIcErE
57201, WAODORHIT zo 2B, WEOKHIT 2 2lD L) 2WEL T
THEDT, ZNHIZO2VTOHE L LRITNELRL 2w, 20fb Y12, HK #£
B72L, MZEMCOMPERELY RN 77y~ =2k EF 20T, —AHE
BHLL Lo TR EIIIHZE. LaL, RATESAYF T rIo7LvT
VA LORSE 29 12 & 5T, BREME L LTl BELE %2 K0 2 Pt & A2 h
ZERELEETIE L o720 T, MHHEMEIrSEREMER V) 28T
REGHBETE RV, 72720, MFORIME SIREPFFEHLTLE ) Lv ) HE
ZHZTW5E, L) bl HK REOBFE 2L, HREEZZEHELC, B
BEBMIZKRESC RS, LbEROFSE2RHOEOME L 500 NIE%RL W
V) HTENFERNTH L. ZORBEICHLT 572912, Takatsuka FILIRIFE
DBENTUNT =5 —ZRIBL, ThE VT AVF—EHHEZ KD 7 [49].
T/, RIBEORMELBT 2720121, L) @SNzl lfHmsmy) &v
HTELFEZOLNL. LNEMWEY, SHRELETHY), RELZRITHLTD
x5, (2720, ZIVEIHERICERMIOY L TORMIIL>TLE) EWvIX
Hix¥d 5. ) Shigeta &L Heller O F 7 AP FEEM5IE L 72, quantal cumulant
dynamics (QCD) &\ ) BE&ZIREL, 53 TRICHEMAL T3 [50]. F72, Ando
& Kim (IO ENLERE S, BEFREZSALGFORFIAF I A
WV 720 OIEF I EBEN R B2 # D T 5 [51].

I E T IR A7 (mixed quantum-classical methods)[11] (22T 4 <
s, TNETOEPWMZRTETY —HEDNTWEH, RO—HOBHED
(ALl LTw2 82 N6, Fho 2 iy, ZhitomTm
HZHHERESNFTHE) L) FETH L. ZNIIFEHBMER (nonadiabatic
transition)[52] & £ & E 2 5 L ZITMAIIZEDN LT O —FTh D75, #
B RdREI A F I 7 A2BVWTHME) 2 TE 5. FlziIE, SiREE— F2 &
T8, BRIRBIE— FEELICRZ LI VWHIFTHS B3 LirL, 2077
O—F12id, (1) ¥ L) ICHMN - BTHAEAELY 0 520, (2) 20
HRWZERELREFNZEHEOHKEGL LD L) IZESGHICIY T 2, v
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IMEDRH A, TEF STV F AT — V7% B HETHH, QM/MM #:7%
ERBVTLB L) RENENG. S ORMBICKH L CIEFE 2 F 2R
RH D B .

3. 3FREEET I
3.1. BULES

FEBET IV (tier model) O 7 4 7 71X JE Y12 1% Sibert, Hynes, Reinhardt
WL o TEASNI: [F4]. D%, Wyatt FXZOT A 77 %, /N % 4F (CHsD
% CeHg 72 &) OEFHEIRAE (EBRIIIZL —F— TS b ) 2H~5 7
DOFEAF— 2L L THEMii L7, —77C, Stuchebrukhov, Marcus, Wolynes,
Leitner, Gruebele &% [55] BB R E L ROBTF IV A F I 7 A2RARD 72D
MEET Vv, 5EBROEMR, REIA RS ML ORERKSEE T 7
TLMNLY, BEETVOHMM AR T Lo L LTI, flIX[B6)| 2% 35
Bz L.

Stuchebrukhov, Marcus [57] I (CX3)sYCCH £ £S5 L) 24T (X I H
2D, Y 13 C 2 Si) DIWEARY MV EHRDLOICEEETVEHWZ, 20
ST OO CH R Y FIZOIRE)E — F2 5 I3 MRS Tw 572012,
FNHEOMOEAEIFZIFL, CH R Y FORBBENIBECZ EXTFHENSE., 20
MRE LT, REIANRY MVIFFEFIZY ¥ — 7122 5133 T, FEBIZ 0.001~0.1
cm ! BEOEFINSWIESBEI S TS, 2L, YOETZ2 ChoEN
Silc&Ez7ze 2 n, REBEHEIREL 2D, BHEHELS 22 (A7 FVIZEDS
B) EFHENDY, EBHTREINEITHEOHKESELN. 22T, Hilizlk
REEOERRIMA 2V LR, HOEIMBETVEM s LRHE 2R,

FORERG o 72FE, COROBANIRE EME D 72 CHEMEM2 5%
ALTBY, 20BN, (ZAVF-ZEMTRT) R 2RERELER %
FTNER S RwEn) 2 ETHo7z. LoT, BMBETLVOZANVF—DDR)
DWOTAT T T AN THRT, AIDTET I A F I 7 AOEMEN 7 BL#E 25 g
W%, EBICYNCOLEESiOLEETIE, BEDIET)VHBAKEEZ LW
b ENots. WHIIRBOEZ #BE 2 TBIESN7 2V I 0#EEH %
o7y, 7)) —EBEH o2 AR PLVOREE LT, EEBEISEVIEZ
BTXLILERLI. 727250, EFVET U v VEE LCTiEdhn ) RERN 2
LDOEHNTWES.
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—7}, Wolynes % [55] 1ZMEF O 5 FIZBL L BWE I &, FTFHTOE o &—
BT TA T IV AEER LI HTORRY PV [HREEZFO102 L
MHEBRYIZHISN TV 225, THTERTWRIRIESMME D OREZE I LIl X
D, 2%, BMBETVOEZFHRN-AL o TEBRSNL EHHIEE 2.
ZTOMRELT, EFF A5 I 7 AT EMBIRBEEEN ZEETIEIZL, BN
> < WU ERE (power law decay) 127 4. IREIEA & L CORET-¥ 1 F 3
721, ROBEABEBPRIET 22 L) TEITREKRELTEY, &
WXEGRYE O T > 4 —Y B (Anderson localization) &l C\W 5. 7272
L, 7Y%=V YREOHEIIFZROENE explicit I2E 2 TWE DD, 5T
ZEZ0 L) mboidzw. Lal, BFHF X (quantum chaos) [58] Df5E
HETECMBENT Y2 X912, BHER ST OmBIRIREIIEEMIC [HhTw
51 EZZO5NBDT, TNEITHNERIIFTANIEERHS. Larl, 7272
DT v LTHITIESTF L L TOREMRTELTLE D OT, Wolynes 5135
Ao LT R flio7z. Zhaflio/imn s, RIEFREOHERD LD %
Bz 7yETE5.

Gruebele & [59] 13 b o LA O G TF 25 FREBET VAo TR 20
BiZiE, BT FERETRIA—F 2o b e \w) 2 bfTo/e. £/, 510
BETMZED L) IZBREOMRE ANL DL V) EibIT> T 5. Leitner
& Gruebele, Wolynes & [60] 122D & 9 ZEEET IV TOZ AL F—DitN &,
DFOWEZEALDRED L) ISR DL L) 2 ZEEIIcH~NZ. 72721,
BAEWIZ T AV F-BEEEELLL 2H U232 -2 a v 2f7oC
WL DbIFTIE R, COMERBHETORELZGFRIIBIIETFIAFIT R
DR E LTHERIN TV 5.

3.2. EXNETATT
FITNINDMZTUH H=Ho+V &£5%. 7272L, F0EPONI V=
7 ¥ Ho & LTIEHRARB FOHEE2 L 5 !
fﬂ)::zg: (Ez«+‘1u€qi> ) (24)
2 2

k

CHIVIEETANYZ PV IS E, WS OPDE—ZHRRZ LA, LOREICHS L,
FDOLIADE =7 DHIZWLDbDE—2DRZ,,, LW) I EPRBEE EIFTWLIZD
NCTEEmIciEZ S 2 L.
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Z 2T qi,pr W IIEEIRBOBRAE & SRR ERE, w, TFAFEUTOR)
B GRAHREI R LIS D) TH D, TP LVRBIZR > TWE2E ) »idd
HLEAHARIZE DD, T TIEIBOBBEFVEELLEEDEY S ENL I E
RZEWZTET ZLTC, BYOV PIERIEEARTI L L2 b0, FRIEUT
DEIHICEITS

1 1
Vo= 3! Z C"(;’zqiqjqk + 41 Z Ci(;lzzzQiqukq; + - (25)
Tk gkl

ZIT, CRLCHL WENTFR IR, ARDEFHEORETH Y, LT TR
12, BIAIENTY 7 UATH (R7 > ¥ v VD 2 BEsY) 7 5 BEm I 5
THIENTES.

COWA, HEoOEPORBAREIE H OBMABETH Y, FIAMIRSE T
OEABEEOER |n1,no, -+ ,nm) &R D, INEflioTV 2THFERTIUL,
BMEMICETIAF I 7 ADRA B L2 b0, L (880 ok 25T
WAL 902, KTE N Sx L CHREBE B BB B B N I OV b = 7 L AT5
DRESHPHEZTCLE) EWIHMENSH L. LAL, TRIVX—BEIOREEZE
Z35E, REZEICEFNIAS. OHREOZ A VY —% By L3528, K
DIREN M EIB RN SN TV L LENDH 5

M
By~ e (26)
=1

ZITe B iFHDE-FOIALF-—TH) R TERIND.

EHEIC I L, REEMIE S S5ICH 22T 5 [56]. 2 2 Tld, MRED
FHBEEBEMDO 1 2 THILE6%2E2 L. Iz, RLIRBUOKE T
FORETH1OZFHE SN TS |04,05,--,1n) D L) ARKETHS. 71
JU X #I§ (Fermi resonance) &%l U C, ZORBIIFEDMOIRNE L&
CEET 2 (1. BIZIR, quaigy D& 7% 3ROEDH B &, IREIF OIS
wp = w; +w; B INIE, ROBRIFEIY S 5 ¢

|017027"' 71]V1>_>|017027"' 71i7"' 7117"' 50M> (27)

@2UEDETNF1IODE— FIZETNLEE, BELfiICizPo g L F—

TLAL, MAMHBEMZ EE2HS L X2, = FOIERERELEICHBL R ITIER ST,
ZOLEIIRETH 3IRDIEE Hy CANTBLKLEEIH L7759,
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DHEGEEDDLLENDH I LIEE. 3ROMEEDH quq; Bd 2%, Lk
G E wapr = 2w; TlE% <, Bwm = bw; 2% 5.)

COBBOMESIIRTERENL T2 VI KBTI A—FI2LoTHRES
7, 56] :

(28)

fos = [f2l012)|

Eo — Eg
CZT o) FFAMEEEBOND 1 DEEFMMIZELTEY, Ey 12 NIIHIG
5 (AL TO) TAVF—ThL. 02008k IREHFILG L 7 21
IHWE ST, b o L ERMARREZERZUTOL ) IHEMT I LATE
L. MERE Bo/ - FELEY) DO oo T, RYOBERE (tier) DIX
BEUTOLEMEPSED LS

|Eo — Eg| < Etny,  fap > fen- (29)

2T B, fin BFIMEZRMICTE7200METH Y, @BICHODL. 20X
L TRADOEERICE TN ARIE DD, 1200 o A5ikE b, FOR U426
HZET (7L, MBEOMIZZEZ T W), 2F OB OIRE |1)P,2)@) ...
MBRFEL, COFmEEZRALBYRT LI, LFEHOBBIZEETNAIK
BEAROTW I EDNTES, 2720, TREFA—TI47) &, RURENR
HABBIZA->TLE)IZEIHLDT, HTFoy 27 LTEIVIREITLD
OBWBIZLPASZWEIICTE. ZOLIICLTE>HIREZETEEDT,
NIV FZT U ERFHFERT L V. T FREE TV OEARZTIET
H5.

3.3. BMEERH
B BE £ 7V T D BAZREBI B0, &£ E— NI L TR TERSING ¢

pi 1 55
<? + iwqu> |nk) = ex|ne). (30)

CIT, ) L E-FOBEAEHETHY) (MERRITVI - FZHAZH
WTEEL), ZOIANVF—IPIREADRN e = hwk(ng +1/2) THZ 5N
5. LoT, REBZEMIIZOER [n1,no, -+ ,np) =|n1) @[n2) @ @ |na) T

8Z D2 ODEMIIBEEBFEHIHVSENTVELDTHY, MBicd L nwEthrsdbsrrd L
Nawv, F72, 72V IHRENT 2 =S IZRIRB RO LESLEIEENTVDLIOT, Ih
5OFMFITE-ZNIC, 1) EHEOEL Q) HEEHOBRSICHTS2I0TH S,
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Eehzzeich s, EEEHE LT, EFAEOEDLID AA VSCF #
JE (17,18, 19 DL L L W EN /b D2 AL TELH, T TR
HHE OO IRAEEAR T H

“%KE%T»@WAm&%ﬁ#I1 526N TWA .:hiié’&%”
BEOxy hT—%FE2ERBTHDL. TN2ho/ — Fiz (50%4) BN
%ﬂ%t@ﬁ%%L,Uzai%ﬂ%%o&<#ﬁ%®WEﬁm%%Lfm
BT AF I A ZORORLEDKRE EHORE) »oBFH, Rzl —
arvd LI ANVE =IOy VT =2 OEDOFICAD o THEEL T
(. bhvbhoi##Elt, RIBELZIANVF-OBEREBIZ ML ZHL 2T
HILThHDH INEHLHEE BETRICBIL A —FORMEEEZ LI L
MHTEL. BT HEERTONSAY —F ORBEIIWELL(L, LYo 5%
BOTEL2OSRARLNT VLA, FHCEFIFIE ORI > HES X AN
GNLEITHoTETVS 29 ZOMBEAMH I LIZL o T, SIS
MEBORMIEERE G252 LR ), BRIKE L2 feE) 25 ca 5.
3.4. 3E—NHEERH

LCEASINIIEREONINV =T ¥V 2RRNICKBET 572012, n €—
FiE&EB (nMR) [61] EMFFIEN S 0 H 5. ZNELTO LI, NIV E
ST U ESET LI EIHNST S

vV = yIMR + V2MR V3MR (31)
1MR (3) 34 (4) 4
= 2
V Z GCZ“ 7 24011” i (3 )
2MR 3 4 4) 2 2
4 = Z OZ(JJ)qqu Z(JJ)]qqu + Z 401(11)](11 4j 5 (33)
i#) i<J
4
VMR — X:Cﬂ%%%+-232dﬁﬁ%%, (34)
i<j<k i£j<k
v = 3 ol s (35)
i<j<k<l

CZT, MR E n@OE— FHOMEEEHEZRLTEY, FEHEONIV =
TYyORIZEZOL) RENS M BHH I L1255, TNHIREEME IO
HRT, E— FOKICK L CREBEBENZBRELIISEIT. Io7T, n AV
WIZE L WbIF2E)s, ERELARBH AT L0405, 8 R 2 L1 3MR
BrSFERTH L EPBEOHEL LT >T w5 [61]. H->T, 2ZTH
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3)) = [n{?,n$), ...nD)

Parent
node

1t tier
2nd tier

Anharmonic 3rd tier
coupling

1 5 FEEETVOMER. 7 — FIEZRMAEE#MO X9 % Hy OEAEREK
%% L, anharmonic coupling & 7X)V L TWwW5 1) ¥ 7%, Hy OEAM
BTV 2ITHERLEbDERL TV,
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AMR DL EomEZHE TS5 812754, T2, IMROFSIHBTHETSL LD
2, ERAICELY) ARS.

4. PFHEEETNVERDZ -HOEFNLFIE
4.1. E—KFE?

9, ﬁj\%fﬁiﬂj’%ﬁaﬁﬁ (A NVF—g/Mb) THLENSY, TOtk, ik
?Eﬁbﬁﬁﬁ%ﬁ’) CHEEEORTLFEDO Y 7 by =27 (Bl 21F Gaussian) % fili

I (RELRTHRIUTND) BHIATH) T LD TE S, KIS, HoNZIREBED

AT P S, EORBIMBEE L ERLE RO L. BRIREE O E— FIZIEFIZ
[5555 (floppy))] LTWAE—FThY, FEHPIREFHEICERNY AL O
BERTHLIEDDDP o TWVEDT, AXZ M #ERIZY ) EDT, RLIE
BHEOBENE—FDA YTV 7 A Nimode EWMBIRBBOBNE—FDA > Ty
7 A Nimode TRET H. DELY, &F— FHUZ

M = Nhmode — Nimode + 1 (36)

b, BMTFCIR, COMESNzE— FEMTORNY A+ 37 A% 5%

B, I TRAMKEE LTI AL F—MIIEmVE— FERT 2 KETH S

101,02, 1as) #E 22 DT, b EVIEIEDE — FHE LT nimode = M

EER TNIEZORELS ZANLF—DE 5 IIEHWVIRENDOE T EBIREN
TR 5% w_&#%%zfﬁéféék%z%hﬁ’W%ﬁw%@@®%—

FEOBOFIZ—ETIE RV, TEELISERS L2 Z2WEAS S LT TiE 200
m™! BLEIC % 5 &) IEBRIGISES D £ 12T 5.

4.2. FEFEHEOFEROEHE

STHEETFTIVIZBWTIE, FEREEORBOFEI R S MO0 5 55
THhb. FIZE—IRH (ab initio) B TALFEREEZHE I LEIEIZITHL. Lo
T, RELRFRZREWO & 213, BN DY (CHARMM % Amber 74 &) %9
A, QM/MM %29 LEVFH 5.

L ORI OFEN S, HETEAMINTSNIATT V175 K L Z20EE
N7 VU RESNTEBY, TRHOMICIE KU = AU L) BMBR1BH 5.

OHMAYIZIE, BT ANF—F— FAOERRIE, A IZIBEMED - S, =
IZEZY 9 5.
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ST, AIRATIITHY, FOMFERT O Ehb i FHOE-
NFOFMIREN I w; D2FTH 5.

COEEFEXRNT M NVEMo T, FEMELSDLTPICTNEELZROXTE
D5

VvV Ma
CIT, S IFEERELBEEALEND Y, NS TED LIEREOBERE ST
bl EICHDBRENEL L.
ThHE, 3IRE ARDFEEBREIIUTOLHIICLCEEEINS

él??: :mZ:I:6Z Uia . (37)

- Kaop(xh) — Kap(x;
o= > d l)25 ! Z)UjaUkbv (38)
ab
Kap(x]) + Kap(x] ) — 2Kap (2
Cz(;l])k — Z b( z) 176(2 ) b( )UjaUkb- (39)
ab

3MR O#FTIE, 3IRE 4 ROHEERMEFNAET 200 H2 3 A MEIFLET
HHZLIZEE. LI, TNOE3IODORITE (1,5,k) LLRWVAESTH
5. INLOREERNERL L, POREICEHET L2012, bIubild Yagi (62
ICE > TR &N/ SINDO 2 — Fx w7

4.3. 2 DODHBEHEFE-T, KBEZERT S

WROAT v THEREL RERR] Th5. MANLEMOEBRITIERIE N IV
F=T7 Y VICEoTHIERBIENDIDT, VE3SMR TEHLTVWLEEA, V
DITHNEFIILT O ¢ D5 EFEE2F- CRHRTE % ¢

qmw=chghﬂﬁ&mf1+wﬁﬁii&w+d7 (40)
G = ( 22i>2[@ﬂ1+])&mf+yﬁn0n—lyhm2

+Vm 1)+ Domsa) (41)
i = (@ ) [/ = TG = Dt + 8/

+3(m + D)Vm + 181mi1+/(m + 1) (m + 2)(m + 3)5l,m+3] . (42)

WERROTFIILLT 0@ Y TH 5. bzl r>BARWIIT 272012, ME
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TERDNIWV N 2T 95 Cijjqiqr /2 DEO AR LY E %% 2 505, MoOME
OMEEAOEZT, BTENLERELADELDEESTH 5.

(a) IZHOMEIH 2 KEL 10 2hit nOnd o nDy e L, 2
DIINVF—% B L ¥ 5.

(b) ZOEBOME (I =1+1%H) OREZES. HAT3EFH7 2D
CRENDAPFPNEDT, 20 %D RREZHEHOKEL LTE->T
B oFY, HHFEHOKBOWKES 0D ol ... oDy LT, #
HAEHO Cijjqiq? /2 SIS LT, 4,j HHOE— FICBL T, o' =

n +p, 0 =0l +q (pg=0,£1,£2,£3) £ L, ZhHOE—FIZ
MLkl =nl" £52.

(€) b LBEMAEOLTFICA 570, B nw MEIC2RIE 2055 20K
REIRAERE L\, KIS 2 DRI SefE (29) % T, I IREEZ2 1 % R
LTwl. FRIEELFETAHa1E, Cyjagd/2 SHIBT 2 b0l

3 2
Ci(j]? q,n, 004, o an/2
T T J J
E95.

(d) I FHOBEOHOROIREEZEAT, £IHh5 LOFIE (a)-(c) 2D
WY, T2, BEZBEMORENERESND. BEHOREORIZIIFAL
LOWRE S TWEUFEEDH B DT, ZIEHETID KL,

EOFIE (a)-(d) ZHOMBEOMILIEN (FI2IX, COlaigiqn % &) 1L T
LMYV ESTZET, I FHOBE.S ITHFBEORBOIREZIESL. FEMIZ,
FNL ZEAIMEEHOTHNERZIEONLZ LR, ZIhbNINVEZT

Y15 H %
chﬁ = Eaéaﬁ + VaB

EROD, INEFEICHORE (AL IMT=IT+1FHOKE) I22nTh
FHREL, EEHL TV LRIREBIRBRWAERT, BEMOMEEREBAELZ (RO S
ZEWTED.

BB T, K7y Yy VEAOHELZHET L2720, b LAEEE—FOHED
IO R % ALY 3A L 72812, Stuchebrukhov, Marcus [57] D% 1) FIZHE-
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B (cm™) | CO €= F [ ON €= F

A 1739 2329
A — )b 1690 2278
FEERE 1696 2236

F1:TEFANRYZ N VGTFO X T BREKIZHT S, CO & CN E£—F
DOIRBYEL.

T, AT — VENTFHIES B FE) L1275, 2072912, IMR ® 3KD
HAERWT, i FHOE— FOFAEHE U TO L) ICHIET S ¢

Wi =w; — A|CI 2. (43)

111

CITAIERBY LRI A—FTHY, Bos—tr FOREK I 7 2525
IIHITBIING. ELIZEAYRBEOT £ F ARV = ) VT (i) 12
o B RMIEIIE, A7 — )V SNIREIE, EREIBZTCH 5.
Stuchebrukhov, Marcus & [AfEIZ, ZDATF — NV ENTREHE NIV =T
AT OFAIEIZIZ AN B A, FERF I L Mﬂ% o TR 5. PANIRE)
HOMBIZT AL F—BERIRERB RO EICE > TROAEWTHY, Zh
IFHE DR R %(mﬁ@w%#%%#t7#>_ﬁ<mﬁ¢5 ZD—)
MR SRR SN I MEIFEOREICEH T ) EEL T 20T
Do TS [63). ZOWEEZZTHHW
4.4. BROEEFESLBFIAF IV ADEHE
BT 54 F 30 ARBMIEGE Ly 2 L—7 1 ¥ 71— HRRC & - Tk
ENBH, TITEHERCEZE-> Tl ERENICEST 5 [64]

\¢U+Aﬂ>:HNt—Aﬂ>+g%5ﬂ¢(» (44)

CORERT LB, MEIRE |00)) EENPSIELNL RS LIk

B(AL) ~ I+C¥H)+2(% )]@(» (45)
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PLEIZ D, RN R L)1, S TRUMRBEIRLIANVE—DF
VE = RS S 7 HREE | 9(0)) = (01,02, -+, 1ar) &3 5100 FEBIZIE,
EHALWHREBEOZ AN F — ey IV TEBL (F=VEHRT2). £H)Thn
&, MEOREER MR- F ERET 27010, RUEIT/NS BRI AP 0EIC
HoTLEIDSTHD [65).

WEEEMIZ 1%, 2%FH, 3FEHLREOMBICL > TKXIENZDT, Zh
P ERTEH ST, (o)D), |0)@,|a)® 2t ETIEIZTE. T2, 6
ZIETFHORBICVZIREORE 2L~ a ik

PO =" 1e @) (46)
acl

s, 22T o) = Diae@)) ThHY, M ITHFHOREZFIcEEN
BLIRFEICONVWT LD EWV)BERTH L. ERWEOFTE T, 75 0#ITHE M
METTHIERD2OT, ZREHFLLTEBLE X, LTORETIE
OpenMP [66] % i~ 7. (%8B, FTHOITHOFHEZ S HICEBLT 5121
parareal i& [67] Z ) DAL V/EAHH )

EBRLEHB S A F I ALHBT 272012, UTO L) [FHo] £—-F
PVF—RERT D

Ek(t) = (D(t)[ex|D(1))- (47)

ZIT, er =pi/2+wiqE/2 3B/ E— O AL F—HHETTH L. HBEE
WVORETIE, BHEBE T+ v JIREOEREGDLEE LTEHEND (o
BTMICHKAGS72IREBICHZ) OT, EBICITH)ZLE, 57+ v 71K
BE [na,ma, - ,nu) TRIME SN MER 2D LT, 2 OMRIRED 2 5f
O EEHEL, TORERATY, hwi(nk +1/2) 2 FE T2 TH 5.
4.5. HHIAF IV ADEE

BEEFTNVERUNT A= %MlioT, MISTLHBES A F3I 7 A0FES
THTEHTED., CHEEFHEGIGEZRHRL 72007 > TB L LEND
b 19 %EHDEHI, TIERMELHEM- T, WPIREEZERIIL, £
N% BT — FOMMELEBE qo,pe ICEBRT S, CORMBELHHET 20
\Z, Yoshida [68] @ 6 K symplectic integrator & ffivy, K% A (% 0.05 fs &

N

et

= A

Q

10Z ML UiIRAE (edge state) LIFIZNBIREETH ), Wolynes DA — 1) » 7 HgmH°

BT & 2 WEBIKEE (interior state) & 13574 5.
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L7z, 300 EOMIIREE (AELMIC—fRIomSE2b0) 2HEL, £he
NEZBEMERSEC, BREE-FOFHIANF -2 LEATHELL., &F
OYE LRk, KEE— FOFHIT AT -1 e = pi /2 + wiqi/2 ® 300 fH
DT vHrTVICEBHEFFHE LTEAE L. D) Honoh (%)
X, SRELTVAIAINFEF—DRAL A pEHTwoTLE DA, Fhidkis
PIIZED BN LI L S aMEE LT, glIREBIC o R v F—
(zero point energy, ZPE) R LA NV F— % FDO L 0E0 L D) WEDH 5 [69]
A, TZ T (a) ZPE oA G084 L (b) 300K ICRIET 2B T AL F—D
A GO EERRET LI LI L. Bl R EECE L T, [19] 2 2R o
Zek.

5. BREER
5.1. EFILVSF%H

IO/ —bTWE, HTREEETIVETEFILNL Y Z MU (acetylbenzonitrile,
LI AcPhCN EWEFRS 2) I 5. Zhid 18 BT, 48 KRBT — FE D
ARBHEICBVTIE) KB KE 25T TH 5. Rubtsov & LFIIZEH 725 [70]
& (BIEEF D) ZO5TIZ2o0WT, FHIZZZICEENLCNARY FE CORYF
DM OMHEAEFNZOWTHNRZ, FOBICHW SN0, KSR ko—
fiTd 4, pump-probe & & relaxation 2D-IR A TH L. 512, 5z
DFTDO3IDORMAE (XY, 25, )85) IZOWTHLHR. Zo¥4A, CN
RYFECORY FORBERAENRLLDT, TAVF—0R) &) PE LT
L2 ENTFRENSE (K272 R LX), O3S RE2HTT 5 DIZ, Marcus
DEFBEOXZIRHFHNHIBIELLb OV [71]. LaL, 2Ok
T 3ROBEHZ DTN TESLT, /2, 7o vIoEEA%fio
TWbHDT, BEBETIVOSETE) ERYPOBBOZ L LTV, L
ML, S QBN L7 ap L B EVO T, 2B EORE
BEDLoTWEIEETHHN 5. T2, AROWEEHOFESOHMEDL (BMR
OFFT) MY AN7ZZ0DT, blbNiE3EE TORBL 4 ROMEEHEEIY
ANTBERE € TV CTHENTT 5.
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'3 P00 .3 oo

2 7THFNVARYVZ MY (acetylbenzonitrile, AcPhCN) O 4 FfiE. (a)
vV BUEAR, (b) 25 BV, (c) 78T B E ZnZIURT. S [70]
Y 8
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52. PFEEBETIOLEHDINT A —4

AEHOFMIHES T, £33 2ORMMAFIIN T S AcPhCN DR Ol (=
ANF—dg/AME) ®4To THh 6, EEIREWNT 2179 . T 2 T Gaussian09 [6]
Rz, ETIREFEORE L LTk, BEMEKESO B3LYP/6-31+G(d) %
A7z, (Rubtsov #iZ X D KREWVWEETH 5 6-311G++(d,p) &> T 275,
RHHEIHOBEAEZ DL, RF Yy VROEIZITEAEEDS W [12].)
ZZTRMEEIIERZ BT 572812, 7007 A (CHCL) V72, b
L5 A, INTEBEEOBH LR (HEP, RALIPOBWLZIESE) LEL
AEELD ANSNTWRWT EITEE.

IRENEA R DIV ERE/ZRIZ, 22 TIEE— FEMZ nimode = 11 2*5 Nhmode =
47 FTICHIRT 5. Lo T, @E—FKIZ 37T TH 5. REOERIHEE L -7
F—FIE, w>200cem™t &R D L) Gelhh S RRERIISEIEI 2. WIS bk
L9, TRTOBRREBOE— Fa2 i) &, HBIREICHE D WZEH B I 8E
FTHLIENLVDOT, THIVIHIREER LTWD, T2, FEEOREZES 20
OMfEE LTIE, Em/h=200cm™! 23 _RCOBBIZOVWTHWSLZLEL
Tz VI T A= L L TIE, FE1BEEIC fu, = 0.003, %52 FEREIZ 0.03, 4
IBERIZ 01 2oz, HAICKELLTWEDE, REBEOFEHE 72T
H5.

RIS S NAER R e VL N EBORTTIX, TV BRI LT
1 8824 (ny = 64,n0 = 1355,n3 = 7405), * & BHEARIIH L TiZ 10134 (ny =
74,2 = 1530, n3 = 8530), % L C/8T BEARIIH L TId 7268 (n1 = 64,n0 =
1272,n3 = 5932) &£ e o7z, Y a b =74 Y H—FEXFERCETHL 200
BAAE AL =011 THYH, ATy 7HIE3x10° &L L. 2F), &
AL 30 ps TH A, (THIXEBRWICBIH SN TV 2BHEM2S, 20
BEORS%FHETAIZILICLE)

5.3. STEZHODEWVMIDOVT

¥ BALFHELEMPRTIAFIVAICEDL ) HEEZRIZTTH LW
T LERFEMT D, K3, 4 TIEADOEMTEHALTWS. Z1biE, (a)
5 (M3 147H), (b)) K&Zhy M 4+7 (M3D24TH), (c) B4 LEE
(M3m347H), () EEEE A7y — VL AEVEE (M4 ThHbH ZZTLH
BIEL TV —TI3E0ME, %), MREoORHEZRLTBY, Ki
I ANVF—BHE2ELTWDEEES>TIWw, T i Rubtsov % D FEER & A
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BEEL-0IC, CNE—F (CNRY FIZBELEE—F) %HE—IREEHERIR
Bo=1 1l L-RKELWIKREBIZE > TWB.

M3D1ITHIRENTVWS I I, CNE—FOLALVF—@Z#EH+Eapho
R A 7 — 0V CIEE L T . Z1E Rubtsov EDEER L IR ET LHERTH
5 [70. W25 5L012, HE1RBOALRLY, £2, E3IWEORE 2L —
arb I IRBATHWADT, F1EEOARfo/ (DFD, 72 VIDH
SRR o 72) FHETRBETEIBOBMA T — VIZERNICRZ Vw2 & 2%
Nb. Flo BIWBORE 2L — Y a VAT QKRR A5G HLDT,
EREE LY ROL720OIZIEHE L, EEMEOANDILEDSHLENH)TLETH
L. LPL, 2O/ —PFCIIEIHBE COMBEOHEDAZRTILIZTS.
EbHiIcE L, BYaBUERBTNE, BEAOIANVF-BHLMETE LT
THY), ZOZLEIOFATIEECH) ANSATw RV, LoT, 2T2TH
WAL AR DG T & flio 725H8E1L, FEERE OxFIn & v ) BERIZB W T, preliminary
LEE LW S (Rubtsov 20 Marcus B4R 2o 7258 ICHFH U
CENEALD). DEOHBAS, I TRUHOBY aBOMEE L HR
%179

WIS, #ERONHFEEZARL. M3 D 24THICIE, 7o IHEIRT A—F
(FRP) # KEL L7 L EORREDVRENT WA, 72721, wREKOILBEMI
1ATH EF U Ew/h =200 cm™ ICHEE L T2, FRP I 1 BBICH LT
fen = 0.006, 55 2 5123k LC0.06, FE3MWEICHLT02& LA 2F), Zh
SIZ1ITHOBELRD L 2/BREL B> TBY, TO5 720 IRMEZEM % HIHR
B2l b, FHEREL TR MEMOKRITCE, VY, 25, 37 RERIC
% LT, 4735 (=524-852+3831), 4441 (=48-+777+3616), 3514 (=46+699+2769)
D INSIRUEOTIO/ESDOREETHL. Bt (- ¥ai)
OMTIE, FAIHEVIEILEDLELELZVEIICRZILY, 20RIIKELE LS. T
WAL, TITORBHRBYIBTREL LERENEDNLIOT, 20
FEIIAREN R Z & TIER W,

Wiz, BEE [EHT]ZE25LE) b0 %#l~N5 (M3D3TH). 200
2, REYBHREREP TR, BERFCRELT S, 2O/KE, BoNsEE
DOF UL RMSD Till> T 0.01 A lZL2BE RS, AMRERIIE 2 12H 5
EOWERT S, TRTOFRHEDO RMSD 1 6 cm™! 724%, CO £— FIZE -
TiE2em P47 LTCLE). £oTC, REa2L—YaroFA+3Is 2



(46)

Population

Population

Population

08 |

Population
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X3

5 06 | 1 5 06
'?- 04 b E’E_l 04
t(ps) t(ps)
1 T T T 1 T T T
08 08
5 06 | 5 06
SCFE :E-T‘)l/%ﬁof’g%ﬁ%-}‘i JE Ay Bk gy
SRR, 47 8T R 1T HIRBRT— 5. ﬁﬁ IR EZHER
ﬁo“([ﬁa%% N H (o7 k EORR. 3ITHIRRAZRED L & O R,
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0at|i®

02

L ) . 0 . R L ) L o S i
0o 5 10 15 20 25 o 5 10 15 20 25 0o 5 10 15 20 25 30
169 tee) t(ps)

K4 5THBETVEHESTETIAFI A, AV RBEA dde: 2
R AT BEER, BBBOAT ) 5 Lk EOKR.

X, BRI T RERICH L TCEr RV B e b0E R Db,

WA, AR A AT — VL2 WCEIE LA XICE) 2L 0nxliN5
(F4). CoBEIZIE, TNTOREERITH L CIFFICIREIN 2R 2 B VA3 5
Na. TNEAT =V LAEVEWREETIE, TAVF—25EAL T {F v i
VORTIEFEIRSHEETILILDONDHHEN) ZEERBLTVS. LHL, B
FYVANVEHOFHEOBEOMELFATHLIOT, ZOMBEIZEHLT, 22T
E NP EERL v,

54. BEETIWVICBETZEFEIAFIVAEHALISAFIVZIDE

5,6, 7TI2HONWT, WEBETLVERHWAEELAGD, 2F 5 A F3I 7 A LM
TAFITZADENNIOWTERLED. 7, K5& 6 TECNE—FOL
ANVEF—BHEZRLTCVS, B HROFERBEIBTRTVEREYIZ LW
EFZBD, FNUBEEEOEMOIIT ) A 7% ) iE V. (N-methylacetamide
[19] ZFARZZE &I, BETEHROTAF I 7 ZA0MIBIE Lo 7278, 208
AELIHETIHBOBR LR TR nwZ LICEE.)

—RICEFEHBOIT A FI T AOHERVPELRLLGEIE, UTO L) 2HH
BEZOND WELTVIEDITTEEW).

(a) HHMMICIFFINTWTH, BFWICEFINZ VI L)V F —BERE (6
UL, e 2wy EVIIEBDEED, wy s wy EVIIREBRE) DD,
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Mode energy (cm-1) Mode energy (cm-1)
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[ 0= 0 N amider |
-500 -500 -500 T
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t(ps)

X 5: SHRETOSTHRBEFVEELETFVAFIZA. B VYRR
. wge s Xy RBMR G  8TREEK 1ITEHRETFSAFI 7 A2k
HFHE-FIANT -0 MFERE. 23 THIEEHES M I 7R85
FHE-FZAVF—ORFHERE. 2 TERYOEZANVTF -2 FE L
WA, SHTHIEBW I A VF—% ZE L 72GEOM T
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6 BesbETCOFTHEETVEMoBTIVAFITA £ FIVVE
AR, dde s 2y EYER A RTEMK 1fTHEETSAF I 7 ALK
L BFHE-FIANTF—OREMERE. 23 THITHEY 437 A1CX
HFHE- FZANF—ORHEE. 2THRYOHZ A VT —2FEL
A, SITHERBMI A VF -2 B LGEa0RE
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ST — 4 | B2 TRt
1487 1486
1493 1491
1522 1525
1618 1625
1646 1652
1690 1717
2278 2286

F2: A EMEITH LT, FIETHELNHCHARSROMEE, 2k 5HiE
TOMIES 2 WARBEOM. BANIE cm—!

(b) BT HERISIX, N XV TEH (BETROBHRESRZ TS L)
LR A — V) THND. B AROEEIE, Vb@® LY T T 7
(ROREEEEZRT Y 7 77 TIREOBEB ORI A7 — V) THISHH
s (73]

(c) MHIIREEZ LD X ) IMEL &) sl T, HIGRTRERELD 5
ZIZTH 220070 baN (ZPEZEOLb D, BT A VF—2ED
5HD) TE->TW5,

72, M5L6LOEBALGNEEHIC, HHROLE, BRELZZZTD
+ 37 AN
BEICBKIIIRFE L 2 nwEw) T2 ERT 5205, #IZE) &, B8F ¥4+ 37
ADE LS EIMTERVEV) 2L THY, FTORE S A F I 7 A% EHMSY
AF I ADOARTHE) DEFRERH L L V)L THH D, KELGTHRTIEE
HEHMOMEZZZ TS, HHNF2H) DRIATELZOT, ZTOREIZEL T
&, BICHARDLENH L7259, A NVF—BHICHT 5T L
T, (74, 75) a2 SRoZ &,
wEIC, RAICEREINSZ ON E— F2ALEDE—- FICZAVF—=HEN S
ONE V) RBEIZOWTHNEL ), T TREBRTIRLNTWDS, CN E—
F25 CO = FADIZANVF—OBIIIOWTHER TS [70]. K712, K5
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K7

t (ps) t(ps)

CN E—F#5 CO E— FANOZ A VF—Dfh. EIZSHIRE, Hid
BeshilE (BEhoRE{bLZzd0) TORERE 1THEETF A3
7 AOKR. 23 THIEEHLESY A I 7 A0ME. 2 THEE AT AL
F—2ZB LA, STTHIIBEMZ AV F—2ZE L7256 0/E.
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EB BT AMREIREINT VS, 2L, EBREANSSELERT, BE
HF e /T 2#ERICEITTEBY, T2 TT=14ps ELTW5E. ZOMHIIEER
B S N7 — B W EHICIS LT WA, BEIT 2 5L F— ikt &3 Hh
BONEL, HETFECREKETAZ LSS, BIIHBY A F3I 7 2T
ZPE (POBIANE—) 2&505&L, COE—FOIAVF=DPKEL YA F
A7 B, TNUE CO E— FIZHRMIZH YIRS N7z ZPE ST 4V F— BBt
BTHMOE—FIZBSTLEIEVH)ZETHY, TAVF—HPZPE DLTFICA
LHIERERTL, LAL, SHERTMICEZL EARAHKRARZ L THY, Hil
FAF IV ATZIPE XM RAEZRL TS,

5.5. EREDEE

Rubtsov S O FEETIL CN E— FORBEMIIBKEE I S5WTHY, 4
VEEES2/BEEERE:. M50 11TH (EFIAFTITA) EERTH, 2
NEREETVORKRIEEMIIZIEEGLTND., —F, H#RF S FIF AT
EAZRL &) RBEMERICEZ->CTLE) (Ko 247H, 347H). 7272L, CN
E—F25 CO E— FNOIZAXNVF—BEIHLTE, ZhdERTEIA LY
R 2 BFEREHBENC 2> TEBY, BEETVORKRE OLBIZEL W
[70]. BICZANVE—OBBICELTIE, MASTOLEELBRLT, BEEN
LR FXYANDBHDLEV) T ETHTFHENLIETHY, BV REAT
B2y M2, ZHN CO E— FIZEEL T LWL HE. T &
D FEEHTHIUE, T T ORBET I & DOREREERMICBES LAV LD
MDD S RIZEB R LY AN O 5 TR E 70V % 1E 5 B %R
BLTWbEEREEA).

6. £LHERE

6.1. £&O

SO = T, BDTRIEBILETYAF I 7 20LEN, ZOFMETEIC
ONWTLEa— L7z, WBENWKELZGTFORE YA F I A%FBTE720
OFHELLT, SFlEETVEEALZ. DAL ET VG TRISH L THY
ENTWLFETIEDH S [56] 25, BT REFECIERBIRBFTHOF 2 MA
EbELZET, MHOSTORME RS2 ETFIETLITEZHEE L. 20
B, Hilcd b 91, 2 o00®BEM REKE 7 o0 I&B) 2fioT, K
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REZEM ORR %2 1T o 72, M OMENEH 2 REFENISRKAT 272012, 22Tk
3E— F&EBL (BMR) &IFENE DO % HWT, HEMEHOHOHE RS L7-.

ZDOF % Rubtsov FIZ & o TEEBEHICHNLNTVWETEF VR = |

UNVEWVWHIGFIZHEHAL, CNE-—F2pRRLAEZDOIANTF—BEH I A S
I AR F9, ON £— FORBBEMOIRL FEWITERE O—FIT L v

A

7z,
7z.

. BEH (~ BT al) colilsy A FIsRE0—FKTLL ot F
ZOBRIZ, BIBBZITTRL, B2, FEIWENPULEIILLI L G0
I TIEREFMLSTT £ LT, B3LYP/6-31+G(d) D L)L OB TIREERI 5

THho>TWVBDT, CN E£— F»5H CO E— FNOZANVF—BEIIOWTIEHE
BABHT 5 L) LRI TE b o, TNIBEMRZEICI) ANS L
WhbHIEZRLTND.

6.2. SHRINEZEL

STHEBEFVICELT, 485 TRNEIE2HELEEIITLEUTOLD

W75,

L HEEOLVEF VY v VEFE/EF VL. 22T B3LYP/6-31+G(d)

DL NNV EFCIZD, ZOREEIMRCTTREMED E V. FE, Yagi [72] 135
B2 VCI/VSCF %L F LR CIFMBIRE B 23R T2 F Lt 2o
KTV VHEICHEA L2 S A, EBRED—FD L BN LDT0o
7o, Lo T, ZANVF-BHO L) RBRHBBEIKTET 2RI TN
FARL72DI2E, Dot BEOLWRTF VY X VHPLELE W) T EhD
L, b LCIERICHERS XH 12, BESTOREL N VOMELY
b, BEHAMRETBICANILENH L L) T Ehd LNk,

L BHE. CNKRY FE CORY FRERKLTWEIDITTELZVWDT, =

ANVF—DPRND L EIZFEHEENLZLOPHHIETEALH. LoT,
ST U T+ VADIAIFE-BENOEG % AL 2 LB H 5.
FFIEE—BENEECOIEa T F VAT ER) AN T A Y —5F
BEFTHOVLEND L. ZOBIZ, BERBHICEHCTWIOT, 90
BN RO AN LELNH L0 Lk,

CEEABRBUREORE. SR NIV DT TR RS LIRS

2, BITRITELS ST THREE, BB OVWITEHRZL2O LA
.
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4. TR ZERBOED . Cda—FoLTelwimE, KEZHIR
T5200KEZLEDLIICHTIZNEVIHENFDH L. I— FO LTI,
B CRH CREIBNE X212, 2R T 2003 HMT
HY, INEFRAPS LG THIOWHEFLENL. 20005
AT % o 722 AL (Wyatt D% 2 72 Wave operator sorting algorithm
[56]) L Vb L., F7o, KL WHHITIE, 2 TIHREHOE
e 7NV IRBEEZD, ThPHE—DREEL V) DIFTIERW. L
DEHRLRT L, IDAMZRRELEN L TIND L) iEELEST LW
IDBEETH L.

5. K& FR2 0Ll HI». Z0FFTCEBAETETORL»HZ
ZVOT, ZNULEOR BIZITAEER) 2HZHIHEICITE) THUT LW
O, I, KTy v VIEICEL TE, QM/MM &% #9 LERHT
X BEAD. Tz, RBFEFOLDOICHLTY, BT o eH
B ) FE Y 30, ERHEBICHET S L, IREEHICE
J5 QM/MM WA FEZHETLILENH L. wbwd, B H#ES
(mixed quantum-classical) £E727%, COFHRIE T L ELEHEOKIDH S
[63,11,76]. ZO ¥ =4 v FELTIE, ®V7 40 VBN TH B [77).
EV) DB INENLY XX BIZEENTNCET 25 THY, Hh4
BIRBY ORI D 5005 TH D [78].

6.3. EFFMFIVADEZE
BFYATIVAOREL LTIEVRANAER LNDY, FTBEET VL
B Loz el s LTa L.

1. KEHERTOETHEMNE. M AEBHEDORZ SIE, mfiiiti
ILHARONTEY, ZANVF—DRErol), MHEEMEZ L, =
FFAFIVALHMTAFIZANIL—FTEL V) ZEFAMDZ
LThH[13]. LAL, TITTRLAEEIIE, BrIEEKRELATIE, &
THAEEE AL OPE L. ZOHEHD 121, E0 X)) nigEE L
NEECOPELVEW) ZLPFHD. KAHEOETFRIZBITS, [
HAb] LR T VWHHEZ I TRHEL CELORIGERARL &S, &
MIEATE D typicality (JFIME) OFFE L BBELLbDTH S [19). F72,
WA BV, KEHEROBMBLRET -/ IV FEE (Arnold
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diffusion) OHIZHEHRTH 2 2 LIF L CHOENTWE DT, TN E2HHED
LHFOXMTHRTHAL I LEOEETH S [80. F72, b o & HHIZ,
KEHERZREOPLHMUGHTHRTALDSHHAVES S [49, 50, 51

2. TANVF-BEHRIEFRNBRZO—MTHHH, 81 A5 —HEX
L DFEHRTE D &, van Hove [81] O diagonal singularity @ iim & O
#2SH A, van Hove 3 FTHBHFO 7+ v O L) RERBAHERIZOW
TEZ1D, TOEMMUITARRIOBEHTRETSH ), BRAWIZIESF0
WIRT Kay [82] I & o CHANLN., TOEELRHIE, BEET VO
HICBTIIDE L, HEEHDN IV b =T AT Vo DN EME R T V5
DATHID L IR REDLH, L) T eTHY), TIUTEMEWLR ST TR
ETRETH L. LoT, MAUFTTRIBVWTHEMPRIZ0E) L)
Z & %, diagonal singularity D EHLFHTHOHEHVIES ). T e
# L C, #xiL, Hamm & Stock [83] & vibrational conical intersection
LI 2 B 22 TORE SHECIRBEAIC I EE 2O TE R L
RIEL TS, J5Dfo/znIV =7 VIdBEETVE —fis L
THoTWwREEZEZBIENTELDOT, LVHENLHREEEET IV
ETVIE) SETHRDLZI LN TE 5.

3. BRI, A I 7 Az Hlils RIS OV TN S [59]. Takami
& Fujisaki [15] 1T ¥ ¥ 275 TRIBTE 22 FRII0 LTI, REES
PIRENTHIC T B &) T e AR L. BHRRESHLBEEOBHEY
FonFThiu, HEERANINVFZT 037 2 275U TL B L
W) ZEFECHMOSNTEY, 29 vozRite b O ES Vs 2
EWTED. TNUT ETHliR7z L 912, R4 diagonal singularity D 5%
W72 L CwWilEFE SIZE ) wH T &% b, Lo T, diagonal singularity
BRI THBET NV CRBTEL 5T REHHL THLZOLHHAWES
J. E72, TOBIIE, BEFROEHELV (quantum entanglement)[84]
% purity [85] 22 E DRI OB HRTATH LW7Zsr ).

U IZEENI VT VICBITAHRVWE— FEBWE— FE208 LT, HWE—F
L TIEET0 (B 122528 T, TONINVMZT U 2EMBERD NIV
=7V DEHICEETTEEIIHNTLEMETHL. brfEoRTHMBBEGELEEZ
LT ENTED.



BEE 2 ORA LR —EIERA IR BRI 4 - A EITIE (C)22540421
(G TFOoRTFIAF I 7 A-ZOMGHIHHEEHE) oL T T, 3
7S O s ez (HARERKY), SRAWEREE ks, UK
Et (BALZ0FEFT), Gerhard Stock #d% (Freiburg K& WCEEHLFET. F
7o, EEIEZEA URTOWER M), EHEREZ (FUkKY), FH&EA
%ﬁ&(%ﬂﬁ?ﬁ%ﬂ,ﬁ%@%@i(@%%ﬂ%%ﬂ KESCHERELE GRRK
), MEERAEEIR CREKRY), L7 —0h 4 IC3EREGRA TN,
BFHZI AV bPERTEWE ZZTR#VZLET.
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