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AHEETIE, FFEYHROFHN ) b, ARARNEHFEHERETFT T LiT2, CO#ERTEL
TERLDIENVRELIEEHEBL TS ), FIZEALRBERPLETILVL, HRVEHIZ LY
bREEIDPVKRELRIELEGPoTHH) ZENERDEHD 1 DOTH 5,

FEFHaEECE L IR EBIR I 2o T nd, IFEEHBEREE X 59 X TH
MZEMA T —VOREBUPIKETH L, TIEFEYHEOMREITIT., IR L LN H L OHE
DFiEE ., BEBESOETNMELD, 2O0DEHMRRANH S, & HIETIE, RS XHME
WO VHER, BHLEVEROMFEDEATH S,

1.1 EZ0B®

AEZEOXRELOHMIZ, EFEWHEOERDI b, (1) HVILEHERBIIBITHARLK (82),
(2) I EEFE (83). Y AEOHNBEL LWL ST THRAT LI L TH D,

ZLTEDEMIE, ZRAZLOEERXHEMLTLLHI T LTHE,

FEFREICHE S TYHE RIS AR AEL LT, (1) E8B&, ) FftE#I I2L -3
Y. (3) HER. D3OV H D, I (3) DHEHBmOZENL [FEXD2L] THD, EFAMREUSH -
7o, EBRREER I I ALY a2 RCBRTAOFRVETLVLREMEEbN DL, LA L.
KERZ LI, MAKERT LI 2L T, 20EFBICERATWL2003 M2 2BHT L2 LT
Hb,

1.2 JEFEMIBOREM HE—FRIE

ZITIE, WEBEOREN L FE-EHBUIOWTHET S, EHEYHE T, H-BENLRE
BICER SN TVD, TTMBHLEEBICBITAEINIHANZE (EFNF) Thb, HEMZR
RBixAH ) = hNGhRxdhls LKt NFETRATESL, ThEBRIIERNZ AT -V TH L%
B BNEPZOBBOK—REE VR b,

FEFEETH ., RN EN I FEDRLFA L R NFE (BFHH) THhbH. PRINLREE
XL THEREE L LAERN R AT — VTR, BN ERBNENIKE—BFEETHL, LirL,
BRIEDITFEHHEETIE, PRNZRBOK - FEPFEL 2V, ZOBBOHRIIET 2 Him
EHDH0, TNHENMETA2HRIL > THBIRLZ-TT, H—BEBLEIEA RV, LT
KFEBORERERTERL,

YUE) AHETE, [$¥0ReTOBRLECILNFTELIEE] 2R —BEBLIFATYV S,
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BRI Z A7 — ) ke %, 8%

(ZRZh OB CRIHE)

1.3 #H42LEHE

IEFHEWHEFEOMITIZ DOV TIE, FIZ 1970 X W FE TIE, FEIREBIZENT 5 ROFEHN
HLTHolz, TOFRIIKELLZOIFTETE S, FUE, (1) BB ERNTICZ DA
38, FLTHH) =2, 2 BA4DHEOHERE, Thi, 2777 EHOHEBM»SHET S D
DTHbH, LTIZFDODERO—E %75,

(1) (2)

1905 74 > > 24 £ v DORER
1908 T v ¥ a Ny FRER

1931 # ¥ ¥ —F— DL ERE
1940 Kramers DAfFE
(IS DF3E)
1951 Calen-Welton DIZEHEGEEIE . FEES
1956 APRAZ
(EE )
1961 Zwanzig
1965 FHFHEH/ (HE)
1973 #& - B3R (FEMFE) (§3-3)

JITg (GE#HZ) (8§ 3-3)

N5 - Gunton(FE#EE) ( § 3-4)

T, REITFEEREICEM L2 VROMED SHhATH L, DM, Prigogin i2 & 5IEF
BHER O (197712 —NVEZSH), BEBEomE, 797 V&8 L 5 4F O
75, FFTFHEERBANZEOMEL EHH 5,

SE) : —EORHD 7T B EERTIEBARRLLT, SryanrFERPH L, ZhiE, 370%
BESTHRCBT 7702 BROTFOT 7Y BB LR T A HENHS FEXNTH S, Fl 2 IT—BOB/NMIFINH
BroZds7 0V anryFRRIE m(dv/dt) = ~Ev+ F(t) RSN 2, 22T, BENDEEr m. FEX v, I
FEE & LT F(t) 3HTFHEZEDT DY) OEBDEEDFH5%T 5 NOETH L FHOERIT —cv xRV 7285
T, EHHEFIN TS, ZOFERIEIBNFOEE v (S L TEELHMSHFRERTH 207, KEZHETIZ. Z0#H
o 0T anNy FRRE—RIL LR T v ¥ 280 FERXL, INE - Gunton DFER BT 5,
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2 BWICEEREBEMEAIFI VIR
2.1 BEMEIFIVIX
AEIDEH

TITIRBHEMSAF Iy 7 AREI VI BEPEHAT 2, FAIORELER LBIHE
CEHRTRbL, “ARAR PRELRENLRACTILAERLTLL ), BEMS 1+ 3y
JAER, K ETCHREBBEEONMEERLERCROBHEOHHNRILTH S, ZORIEE ST
&)77% (molecular dynamics, MD) ¥ Ia2lb— 3 ‘/G’C“ﬁfﬁ’g“é . HLrEBRILEINE D
AN F— OB L FRMEEERIE BT AL 2 RT LR L,

2.1.1 ECALREE,?

FEETHE R TE L CAB-AEROMEEREEL LI EI2L ), BEOB D ITHE SIS E
WAFT2HRT VS v M BHITELS R I LA TED, ZOKT Y Y vV OBLICHEL T,
BEOEY) OBEBIZERLHE @D TR 5, WEIRZOBHORHOBEL t IZEE% L.
BhESIRAE A & EKIRAE I BT 2 (M 211 8R), WIEETABNER. 0k 25T 2850
IANE— B(t) Thb, BESFOBULEZHTIWEELEQ »o KON,

2.1.2 WEBEHCHEHEEEE

BHANRY N VORENE v(t) IXFHRIKAE & RERIRFED T 4L ¥ —32 E(t) (2B L. BhiEikEET
®@ﬁﬂ&4%\/7XLLf#ofﬁﬁwk?éo(E%t_OTtﬁié%t&§®L$w
F— OB 72010, RBEEERIZ 1A I ITHRIELBESE) 2EKT 5.
$ S(t) 12, MD Tl

S(t) = = —F—% (1)
EEFRL, EBRTIE
S0 = e @
EERT Ao 72, LT L) IZHBEBEE.
(AEo(t)AE(0))
(AEG(0))
EERT b 12721, Eo(t) X BEKED, L R BEREO ANV F— L LT,

C(t) = (3)

AE(t) = Ey(t) — (Eo) (4)

CGE) MDY I2b =Y a3 rEfTR )BICE, BRIOIETIERRICE) LI NI X5 ET VT )AL %
RELZITRER L2V, RHERICBWT, MD L REBRROFFESH L HFHRNFINE) b0 L LTRESE T 256
EEZT0D, ZOREND LT, ZORDBERRLEROURETRT /N7 A~ ZRET S22, BFIZTHEK
REROETRENERTLET VvV (I e V) 2 EFRERGZZF o TEHETH. LT, EBRROEN (B
BET. EAV. FBE N, ZAVF— EEF—F»EI D). IFbETTNT) X4 (NVT, NPT, or NET %7°
—5%E) XHET S, #L T, LEDEENL L Toa— b OEHHFER L MEHEL T, FEFOEECLEHELH
o MDOFEMIE, [av¥a—9 L 3ab—22ary0kp] (REE E, LERAN) 2BZIITH LRV,
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BN M 53y 7 20K, &
EAEEIRES X OBRIREICH S & 212
BEOSZFARF vV E, FRFNT
ORI g B L Pe TRLZ. &Y
MEDINAIOMAR T, ROKEOTH % K
To BEPEEREICIHL L Z0OBEHE (Y
ET) ¥ (ZAVF—hy) BPAETAHZ
EWZEoT . gkedRTF I ¥ VAN
F—ZWh THLBRELZ TR INT,
BWE—2 20 00F0 KTy e b
IZTE 5%, CORMIZBREROREIIEED
WaELEDLLZWA (HEL) ., FEEAED
WONTHEDEEIZH L WEERE (K
) NEBAL TV, BRIOOBEFTET
LZEXDOIAINF— E(t) DM OBBE
bix, RORESAORMELT KB L T
AV

EFRLU MG IZWHIRE (BHETRT LI IZASDBEIIBEVEEIIH S L ZDRDIREE)
DEMICEAT AT LD E2RT,
LFTIE, MD OFtE#ERL, 4 2DIRED T T,

c(t) = 5(t) (5)

eI EERT, ZORBRRIEBARAXPOBHRENL D THL, LT TIEIARAKDE
HEiT% ),

2.1.3 ARARX

ARAKIL, B AN L OBRE S 2 A0 TH S, RICHDLDBNEE f(t) &L LT,
ITURAT—VOPNZEEREY X(t) £$5E, ARAROERIIROL I ICEITS ( EHX () D
et FHORMZELIE, t

(X(0) = (Xo)+ [ alt=t)s(E)t ©)

DEIZREND, TIT, FHER ) ZBWNEHF R VRTORHEFH*RT, 72720, Xo i34t
BRLVEONEEHTH S, FAOEHOERSERICE TN EHEIL,

a(t) = —B(AXo(t) AXo(0)) (7)

TOE) A#EE S — PTEARARICBVT, f() ICOWT S LI EERHo TVRAN, —RRAYICIE Y E
% (b L CIZERMR) S LEDRT A, E70, RNEEERORI LWL, FVMITHEEMS 1 T3 v 7 A
FHUCLTBELZHDL, ARARDO—MKHZEZBRNTVAENT, HEWLESHIIouhL Lhkzy, LAL, BBATZIZ
THEROEBRELEHEZ/ — P2 olkboTH L) :DIEECTRI I LIIL,
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LI BRERT 72750, B=—1/(ksT). AXo(t) = Xo(t) — (Xo) &L EHEL 70
INETOMELS, ARARXPLBEONLRA (5) W MD OFTETHRI LD I L8 hhoT
Vo BRTNE R, MD DERPARLKICEIHE, TRE) PLv) eI giTh
Ehohnen)ZEThHE, ZOIDIIARLROER ICEARATERZ LD THD, Thb
L, ZITIRCH)=St) ZEEHL, A MD DEEFARARNIE)O»PEEBLTHL I,

2.2 fUBZEEY 1 —-ENLAEX
AEDER
ITHBEREHEICIL LD, £4UL, T LR HER EORSTEL, T2V a-
UVEETFLZEAL, WHE X)) KETL) 2- LR 2EHTLILTH S,
RETTIE, MD OBRED D & TREBH S(t) PARAK L b LICEIE L BB E 5T 2
CEEHEBHTIONENTH S, 2 TOMDDHREELIE, [HBEDFIZEIBALZER] £
DbDTHD, ALTZREVI DIZ, ZXTVARTUNOMORK T & ZHEMERAL TWRWART
bbh, BIZEI &, HAEHLTWEETORFEZERL, LWIEKRTH S, LhoT, ¥
MERIIAF > TV AERZT TERIHETE 28 MHE X 3, £ETOHTFOMEL EHE
{@t),m@)} PEAMTEIT L, SHIZTFHEt =00FHPOFTHETLEL, £LTX@E) ICHT2
) a—ENHBRROFERM X, () =X, (0) B HT 2,

2.2.1 {I1EZ°ME

HiGIE MD OFRETHOL & TOREREE. ARAR»HLEER SN HBEKE OMFREE
ERTIETHB, TT. MD DZREIZEDLE T, NEOSECHEYHEICLTBZ ), Mgt
D7D ZEE D 6N EOEK %

{a@®),p)} ={a ), - aan(t),pa(t), -+ ,pan(t)} (8)
DENCFEDTETIEIIT A, THEYHE X &,
X =X{a),pt)}) (9)

LREND, HHVIHEOTZDORZ 0 DR q,(0), pi(0) ZHIZ q,p EECZEIIT S & B
t OWHE X 3 {q,n)} BLOtOATHEREL,S

X =X{aq,m},t) (10)

LELZLELTES,

S(iE): 72 LTV AVREV ) ORBBRRTFBRLEL TVERT, 7ML o TIIHESERE 2 Bk
Bk,
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BIZITHEHMT A F I v 7 ABITAERDIFINF— EZBFROMEBEY {qt)} 2> T,

E = Vi({a®)}) - Ve{a(®)})
= E({a®)}) (11)

ERSIND, CZZTHEEVEEREBIURMREREIIHS & I ILBEEFLORT Iy Vb rl
F— ZNEFNV,, Ve bk Ll 2L, SRAHEDRTF Uy VIAVF-IEHEIKRFLZ
t{&&E Lf:.o

2.2.2 ¥

I, (E@) %MD CTEIFHETAMDETH S, UTTREFOHEHEERT,

MYPEME LTt=0 THRE-BEOMEEREZEZ T (0 VEE2HRKEICLT) MD %
EO®D, FOBIZ, $T12008BIZOWTE(t) %58 217% 9, LT, HOMHES,S
Ex(t) %5827 % ). ThEMELHRVELBI R, NEEO#HE Ex(t) #%%, FhO N
DR - 72 ME ALY 288 %

E%E:Em (12)

DIRIZLTEHE LB,

RICEHEIIR RV & 9 ICFEHME (E()) 2 MAHZER EOERBTFHT 2B ERT,
I, E@) i3t =0 DMHPKETELIIRTIANT, MHZHOEKREF > TE DI AN F—
Et) %

E(t) = E{a®)}) = E{al}.t) (13)
DEITRTIENTEE, £L T, AHREIEEIRA @%kf%ﬁ ERL-LEDIANF—% MD
TRD, ZhoOFHES

= ] dCE({a}, Do pi}) (14)

DREICET, 72720, d0 = [[Z3N dgdpy LB £ L 720 T72 p({a, mi}) 13 BEDPEEIREEZDH D
LEDEESFEHTH D, ORI ¢ 25 qi ~ ¢ + dgs B2 pi B pi ~ pi +dp; 12D BFE
L o({q,p})dl %52 5K TH 5,
FHICAE-BROMEERE2EZTIC (DFVEERENDT ET) WHELVAIVAEI TE
WEE DI LT, MBBR (AE()AEN0) 3B2 LA TE D, £ L LHZEMORK
TTERT L,
(AE(0AE(0) = [ dTAE({a}.0AEallao(las ) (15)

Ehho 22T, HERECHBRR L L EDEXDTANF—% Ey({q},t) EEVT, AE({q},1)
% AEy({q},t) = Eo({q},t) — (Bo) LEFR L7z BmFD0IE, BERRETHRBERL/ZLEDY
HETHLIERET,
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2.23 Uai—EILEEF
ZITRERDIALE= E@E) = E({qt)}) I X(t) = X({at),p0)}) £ LTEX 5,
WEE Xt) vBEmsT5 &,

X _ 5 {dql(t) 0X  dp(t) OX }

dt l dt oq(t) = dt op(t)
= L{a),m®)}X{a(t),mt)}) (16)
Eb, INEIDERTII) 2—UENARREERZLIZT A, 22T, YVa—VUILEETF%
d o d 0
LHa(),m@)}) = Z{ qcliit) Oq(t) * péit) 3pz(t)} (17)

!
ETEF LT 1L LI qt),p() P TEIT tZBIETEVERE L TOBE, Y a—
O AEXDOBIITENIC

X(t) = a2 OD X ({q(0), p(0)}) (18)

ERTIEDVHRD, LTTEDEHREEITE ),

GEHA)  EEOWEE AICHT %) 2 — ENVHER

L~ L@ poDAda®. @) (19)
OB ETL, TT, A=Xt=0D, &
20 < L0, nONX (10(0), () (20)
Lk, RIZ, A=LX =X E$5Lt=0T,
LX) — L2((a(0) OD X ({0 (0, n(O)) &
Eleb, COBRMEEZHRYET I LT,
T2 < L ({a(0), nON X ({a(0),nO)}) 22)

(TP
—H. X(t) e T - -REALTEXERATEE

2t d"X (0
X0 = 25 ﬁn)

n=0
X in

= 3 S EM({@(0), nONX {a(0), nO)})

n=0
= exp[tL({q(0), m(0) NI X ({2(0), p(0)}) (23)

SGE) (MO H A L EDFEAEDOMNET AL, HRERTOHOR (16) 12529 Poisson FRR & IEIETN 5,
Liouville A8\ & 29 & &L, HHRRTOHFEE p({q,p},t) O FRRANDZ L EIET,
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PBELND, [FEEK]

EROERP L, K (16) 13 X = L{a, )X {@,m},t) EFE BB L{al),n®)}) %
AW b LENFZV (2 THY (0), p(0) ZHEIZq. p £FVR), £2T, ThURIZHVS
Va—-YVEEFIFIEE {g@),p®)} TE%L {g,pn} ET2OWERTHEDOTE) T 5,

2.3 AFRAKXDEH
KEIDES

AECRARAROEE & ZNICLBELRELBRET 5, BV ET25, %8 MD DERIARL
RNEEIDDVEZEZABIZIREEZNAZEVKETH S, ARAKNTIIROREVLEL 5,
RE (1) BRANIV =TV IZETNS

IRE (2) AHBIRTETITAE

RE (3) S5 % 2T ARG HIL. SHEDLR VR TOFEEREDOTHFTH 5,

IR5E (4) FHRAIEH /) = AV TH b,
ARAROERIZH-->T, TTNBOSHLZD) 2 —ENVEETFE2H0DIZE, 2LTH
AR (34) B fE- THIBZBENE A% LEBHEREITE .

2.3.1 RENEEM

SHETIZBALZZEDE, BEMSAF IV 7 ATIESEH) =Ct) &% 5T £ MD DR
ELTHONTWS, ZOHERIT, ARARICH ), BVETH, 2OBIZ [BREVFEHIZ L] &
DO [HREPMEEIPEEZAIL] PEELILEFEBLTOOWVZ, HEFEIZEIE
Thbb, ARLROERIZLERIKEN MD Tz 2N THRA I L ERKELTWEEEZTE
WEBH D, L7z o T, ARAKOMODREIIDOVTER LI EDVEETH S,

2.3.2 HEDH I ROBERE

ANEARDOEHRD 7D IZULBERIRED—D2DIT,
RoE (1) D AMNBRINI V=T roFhizgThs
Thbhb, TITRENEE fO) LT NIV T B

H(t) = Ho({q(t),m(®)}) — X{a @)} (1) (24)

EPIAGEEEZL, 2F NI I TR, WEOBRELARSLEEARZED, NIV T VD
FIZET 2 WA IR b BV,
BEMIAFIv s ARBELTNINPZT U RENWTAL ), Y0 THEIL > TEE
DS NETEE, BEISBEIPOZTERT Yy VIt FEDOLZEV,({qa®)}) THY
tBEDE Z2E Vo ({qt)}) THE, BOBIHOLEONIN =T v 2R (24) D Hy k%5 L9
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ZEBE N F) 7

= 1,(t>0 (25)
ELT
H(t) = Z?l———+ {a®)}) - Eqa®Nf®)
l%%?+vw (26)
kb, 22T
E{a}) = Vil{a}) - Vela}) (27)
Vi) = Y{a®}) - Eqa®} ) (28)

EE L. W{a®)}) =Ve{a®)}) & L7
—fROBEIZE T, ) a— EVRET 3

0 0
L= 1= + D 29
E:%@m M%J (29)
BOT, X B {p) CRELBOWI L% ffioT, FEFRRO »o 12— EVEETFIR
p 0 8V8}
L) = 2= =2
2 2,: {mz Oq  Oq Oy
p o 9o } 90X 0
= S + ) —=—flt
2 {mz da  Oa Opi zl: dq 5pzf( )
= Lo{a,p}) + AL({q: m}) F(2) (30)

EREND, ZIZTI, ) a—EVEETFD) BAGICEEST5HE AL{q,p}) £ R L
Rz %i\\fw%tﬂ%ﬁ&% ZORRIZEITHHEI, T, Va—EVEEFIBUTOLHIZ

L{q,p}) = Lol{a, pi}) + Li({q, pi}) (31)
EEIT B,
U(t,t') = exp[L(t—1t)] (32)
Uo(t,t') = explLo(t —1)] (33)
LEFET DL, t
U(t,O):/O U(t',0)L1Uo(t,t')dt' + Up(t,0) (34)

(¥ : g = OH/Ops,pi = —OH/0q; ( [#ANZ] (T— NV FZX % 4 %) 2L 5 & Hamilton »EHEFIER L IFE
nTn3, )
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EE

DEHIZU(t,0) =exp[Lt] 25T 5T ENFHEL, ZITRIAEFHRARERRZ 2T 51,

[REER] ( EE T Lo & Ly DM TRESLDT,

@%92 =U(t,0)L = U(t,0)Lo + U(t,0) L4 (35)
Thb, ZIT,
X(t) = U(t0) (36)
ft) = U(,0)L, (37)
LB L3 (35) 13
X(t) = X(t)Lo+ f(t) (38)

b, MIEHLLTX0)=1THoH»5H,
t
At) = / Ut 0) Ly Up(t, t)dt’ + U(t, 0) (39)
0

EEFTLT, AQG) = X(t) 2R IEHRAK (34) 2L -2 L% b, Lo T, k% ¢ T
A RN \

A@=U@mm%@0+lwwmm%%mww+%%@m (40)
Exh, F7-,
dUOé:’O) = Up(t,0) Lo (41)
THbhNb,

A(t) = U(t,0)L; + /t U(t/, 0)L1Up(t, tl)Lodtl + Up(t,0) Lo
0
— U(t,0)L1 + A()Lo = A(t)Lo + £(t) (42)

Lo A(0) = 17575 X(t) = A(t) TH 1, AR (34) A% ) 720 2 L ASEH S hrz, [HEHIRE

I THEETF Lo, L) ZENEN,

Lo = Lo({qpi}) (43)
Ly =AL{{a,n}) (44)

EHEEERDE. t<0DHE,
U/(£,0) = Us(t,0) = exp|Lof] (45)

L), BERETOEGZET, £LTt> 0056, HAK (34) 2L Y,
t
Ul(t,0) :/ U(t',0)ALUo(t,t")dt' + Up(t,0) (46)
0

DRI, BIKIKEOEEN EIFDO A o /BB TERT LK S,
VGE)  —Rb&h s o Danv ARRXEZHEFERXRS 2 VEHRAR LA L HH B,
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2.3.3 EEERH

LTFTRt>0DBEDAEERT 5, G0 H 556DV MHEM L TFHL I YWHEE X
DL, HAK (34) 2o T,

(X(t) = / dTp({a )X (g, 21} 1)

= [ drola,mhUE0X (g

= (U@t,0X{a,m})) = ({Ut,0)X)
t

- WMLMXf+/(Mﬁﬂ@ALMﬁJWXMﬂ+OUU7%%~ (47)
0

ERTIENHEL, ZREOREFETIE, K (46)  BHBIZHW,
PDEETid, Va—EVARRERREEL L TYOEUETE > Ty, I T,

fRE (2) - AL EFH/haS v

EVHREZAVT(XANICOWTALDZRULEOF - F—DIEEZERT L, THL.,
t
(X (t)) = (Uo(t,0)X) +/ (Uo(t',0)ALUy(t,t') X )dt’ (48)
0

LtEkINh5,
H|(Z,

FOIIREET S, IOREIC LY, BEARERECHD L 2OFEHIECOFHE £ 5T
Va G, RERECHERET 2EEOWEE A0() = Ao({a,m),t) = Uo(t,0)A OFHEI
BRIZEL 2V, Thbb,

(Ao(t)) = (Uo(t,0)A4) = (A) (49)

b THEMD L,
(Uo(t,0)X) = (X) (50)

Thb, T/2. A= ALU(t, )X EBITIE,

(Uo(t',0)ALUy(t,¥)X) = (ALU(¢, ) X) (51)
ERTIENHEL, X512, Up(t,t) = exp[Lo(t —t)] = Upt —¢) En< L

(X)) = (X) +/Ot dt' (ALUq(t — t')X)

= (X)+ /0 t dt' (ALXo(t —t')) (52)
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R R

Eib,
S0, EROBAEZHOBKRSEE T, MHZE EOES TR TS L.
(ALXo(0) = [ dCal{ar o) ALXo(t) (53)
ThHY). ALIZFDESE (30) 25,
0X 0
AL=Y = _— 54
zl:aq, Opy 54

Thb, ZITp OVTHARITS L. |pl =00 Tl p({a,p}) =0 THB I L. X 7°{p}
CRIELZWI LRV E

@) = 3 / dql/Hdpkqu[ {ql,p1}>—f,—xo<t>] - FZ%%XO
k#l py==00

dp 8X
= ar 55
/ Z Op 3611 (55)
LB,
LT, RBEDOREELT

{5 (4) 2 p 171 7 =71 V5376 (p ox exp[—BHo))

EHOVD FEIZY I X7 2 VT DB p o exp[—8 Y, p2/2mulp({a}) £ % BHDT,

op Y.y
By ﬁn”p-— Baip (56)
THHN"D
Op 8X . 0X .
gpos _ _ 9% = _BpX 7
zl: o B ;ﬂqu B0 Bp (57)
Yhho X =X(0)=Xo LDT. §58 (ALXo(t)) 1
(ALXot) = - [ dr(=8pX)Xo(t)
= B{XoXo(t)) } (58)

LETILAEED,
DT FEESATIE (Xo(t) Xo(0)) = (Xo(t + to) Xo(to)) BV 0, L7zdio T, MWl to
T T 5L
(Xo(t + to)Xo(to)) + (Xo(t + to) Xo(to)) = 0 (59)
Thbo SEATVLRIE, t >0DHEFTHDH, ZZTlr=0,EX, BIZ/HI f(t)=1T
Hoho, 3k (52) OEDEHOBESHETH LR (58) VT, §2.1.3 Tl~7-3 (6) IO
IEEE at) ExlbRb &

alt) = B(Xo(t) Xo(0)) = ~5(Xo(t)Xo(0)) (60)
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EVOBBRREBLZ LIRS, ThIEIABEARTH S,
Sit)=C(t) e ¥, 3 (52) DEHE_HIX
t t . t o,
/ (ALXo(t — )t = —B / (Kot — ) Xo(0))dt' = B / (Xo(7) Xo(0))dr
0 0 0
= —B{{Xo(t)Xo0(0)) — (X2(0))}
= —B{(AXo(t)AXo(0)) — (AX()} (61)

Elebo 72120, 7=t -1, Xo(t) = AXo(t) + (Xo) & L72DT (AXp) = (AXo(t)) =0ThH 5,
L7228 > T, PR E (X) ORFELIE, MODREDT T,

(X (1)) = (X) - B{{AXo(t) AX0(0)) — (AXE)} (62)

EETILENEES,
FIT, EREDY 4 F3I v 7 AD5

_ (X(®) = (X(c0))

S0 = Xy - (X(20) )

(G LoV R AN
{(X(2)) = (X(o0)) = =B{{AX0(t)AX0(0)) — (AXp(c0)AX0(0))} (64)

LRBDT,

(AXE)
LD, BEREOS A5 3y 7 An B0 N2 HEBETET 2 LAk,

24 &
FEDEA

PEn LSz, Sit)=Ct) x ARARERAVTORT Z &SR HY, EiZ §2-3 THAL:4
DOMIZ, RITHBPFIRE) EVIRE (ZhE (0)&T5) %2 LT\, SRS FIv s
ADMD Tlk, #DEEE 3 2DMGE (1), (3). (4) HEEIZWZ L TWwh, KE (2) 122V T,
oSN TREHEIPIIERETRZL, BELBEOMEMERORE EPHEBL TS, BED
INILT, RDFAF IV AOHEME L VEDLIENERLZ L, 2FoTH OV, £
72, INEVEEDBEEIIE B EARARE MD 2L AETE L OISR 2T WD S, £0F
MK LT, BIOBEBRILETH S, TIVEHERENABREET, 3 TEO—ikims L GEF
MBIA T — VOREBEAER LR
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2.4.1 1RE

AREROEHIZH 2,

(0) BRI R T H P EIZHED
EWVI)IREDHIRED L L2, LTOMODIREZ RV,
(D ABRININV =T VIZETN A,

(2) AL i3/

(3) p XA ATEN & & (f(t) = 0) DTS4

(4) pl3Hh 7 = HN5H

72 UARE (0) RILRATEET, ETNFETH, NIV PR TRCTH, RERTHL (2T

BBFE) T Ly,

2.4.2

B 210RT & 510, MD 2BV T S(t) = C(f) &) BIEAIEEIZE CRY Lo Twd, LA
L. BHZ2&EDb “AEE ) 2 BKETHE, $hbb, MD TARARDIRENENL S

DFEHNFELOLR

Wl ENTWE V) SRS, RROFEVERETHI LN TE S,

1

0.8

(a)

§__ 06
<
2 04f
& X0 A
& . it /
e \R\?’:“‘“::\ ]
ey e <
or / - < AT
S{u
-0.2
0 1 2 3 5
TIME (ps)
1 T v T
Cit) (b)
08 1
Z o
% AN
\\ 4
5 0.4 \&z\.__y\\\
§ 0.2 ST
Syt S,
ol
0.2

0 0.05 0.1 0.15 02 0.25 03 0.35 04 0.45 0.
TIME (ps)

(©)

038
é 06
<
S 04 A\\
2 N g 1
g err TSy Su
g e SN
0 Cw e |
-0.2 - -
0 1 2 3 5
TIME (ps)

MDIZBWTRENIN PTG 2EOTEY, T8 L THEOENY /=0

2: 3Lk Brown, R., J. Chem. Phys.,
vol. 102, (1995), p. 9059-9068. & VW 5|H.
ZORTIES(t) & C(t) DEEI M % -
TWh, CORXLTIRBEERAY /- &
LT, 8% AMBO &£\ REEN D
WALED ZEEDTTFEE»LIBED
BEMYAFIv s A%, MDY I 2L —
YavIE o THITLICHRTH L, 2O
M. #AH AMBO %2 &€ TH 50
BRI C(t) * MD DER»OEIE L, 1
L iz, HILILE LD, (Linear response
approximation) % F\> CTHEBIREEL S(t) &
FFELEELAZODTH D, INOHL2
BEIT, CH) = S) BIEFIZRLIEDY
LoTWbI ENbhsb,
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NAE % 7T FEIRREZ S > ) VT L TWwWh, L7z > Ty IRE (0)(1)(3)(4) o T e I
HETH%, LAL, Z0OMDICBVTE (2) BNl 8 TR A 2 L) PRAETH b, &2
B0 ABRAREFE-TSH) L CH) ZEHETHE. SH)=C1) L% b, LIcHoT, DI L
PHIRE (2) DMl SNTVELEXLDOPERTH S, T4bb, ORI [BEELBENHEE
ERDE V] ) ZEEH@HALTVWAZLERL TS, BEDXHIZLT, ¥YIa2ab—v13
Y OREREARLER BT A ETHEDHEBNETI LN TH S,

EW. BELBAEOHEERIZOVWTIE, ELOMEILERTVE, 2Tk, HEOKE
SWEBLE Y. BEHIKEXVEE, £ O MD TRABRARDHY - T TSRk & AR
BEARL—HLTWwE, LEL, AEWVBEEIZOWTIE, ARARD L ORKEH L TIATRE
NTWh, Thid, BELBROMEMERLVIBE»rCEBLLT V., BERNLHEEERAEXZ
ZBE, REVIZE2 T, BEOFLICEMIERL TCHE05, BEVPREVCHPHEEIERD
A

PEDXHic, BEINSVHEE, HEEAPKEL 2570 ARAXDRE @S %
WZEhh, Clt)=SE) PRV %L Hhb, FOLILHEDOMD 3, #HR4LBEELBHROH
AEDLETRBOERZRL TS, Zhz, Bz TELLE

So—1(t) > S10(t),  So-1(t) > Co(t), Ci(t) > Co(t) (56)

EREND, TIT, Soi(t) 1. BEVEOFET, RREDVA 4 LV RBEFO L ) ICEHTA
R DD ABEDERBTH B, S1_o(t) X, ZOFETEMDAIMED 25 HIKEHD S HHED
WEEIZZ L S BDBEMETH S, LRI ODIEEEIZ, 841 RESBELT, £408
RIZADETERLLLDTH S, C1(t) & Co(t) 1. BEVEMTMIEY BHL5EL. Pt
DEEOBEEARBEEE 3) RNTH), B4 OBRIZELET (CEHERLERC) EEIFEL S,
W2 (3) ROFHEIFHIRETL 20T, HBEOKEBIZ L - THEMIZZ2OOBEBENERSNL T
il b, L, ABRARIFEY Lo TVEEEIE., 04 20BBIEIEE 8T, &2
A, BEPPNEOEEITIE (66) R TELAEI I LRENLITNID S, (66)id. BHHE % K
RHE% 2ps o oD ZFNENORBDEORPEFRERL TV T, KEVHIBVI L ZRT,
IR AL DL D0, EH)VIPBNLERSHLONERRLDIZIE, bbsA, ARLAK
BBV, BELEE2BLZFEVLETH L, T FHHERENEEET, ROHTIE, £
NDO—HxRTH HEERY AT — VOEBEHERZ HHT 5,
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3 EEGENRAT—IOERAFREREHTUEEFE
3.1 EEFHX T —ILOEBRARERX
KEDEMR

FEPEHRRIT, BRHZEMA T - VICK D EREARRXPRL D, FI2, SRR -V EERR
AT — VOB OBEGRIA T — L LIFEN S BB TCOERFBERI T LZHIL TRV, RET
BIEHEOBHRIANY - L, FNEFoHFHEHAR LR T BEROBLERT LI L 2B
ET 5,

THEOBHIANF -, (1) TV YBEBRTHHEEHEEHEEL T2 5, (i) HEe 0T T
RKLWEHELERPLHHIRL TS, EVIHIDDTHL, FLRETIIENELIBED»
b1 EBEOFER LR EETFETHEC I L1275, §3-2 3BT, §3-3 W46 ETH 5,

3.1.1 E&HmIWIXT—ILDOHER

§1 TR LI, BRIEBMA Y — VLo THREZ BT “HEHREN 5845, BEH
WL E ROMBHN LA -V TRASFENETRTHODbIIEZ ) 2— VN (16) %
bERTIERL, —F,. ROERWLR Ay — VTl MEHESFEREDVIEFEHEYIROIERES
BRELL, ERZOOBOAr — VEEHGHRIA 7S — L EIER, ZOEHHHA T — VO T
HRDERAERII LI TRV, BREZOBEHDO—D L L THEITLNL DN “BINE
FELB#0E” (Time Dependent Density Functional Method, L T TDDFM) THh b, Z I T
CoHRERY EIRIETICER T ok EIFATWADIE, REZLIEFRIIA S — VOER SR
RELTHLEN TRV D THS, TDDFM x Fv b L, ARLA»L ORFEH L Thi 4
UMD D#RESLCHBATELZ LD G0 o T 5, 20BN, BEELIEVYHE Y
S=5{a®),m®)}) &£ L. SHa®),m)} DTFHE St LT oL

ds(t) dF(S)
o - PMEITgg (67)

EREND, F(S) ZHHZALVF—THb, S L L THEEREY L2 LHNBERABBECLS
(72720, BRI 1 EBRRTHKBZDDOTIERW),

3.1.2 BHHRIXNF-

EEROIA T - VOFRR L EHRTAH1IC, “HEEOBHI AV -2 ERT 5,
—DOODHHI AL F -

Fy(S) = —kgTIn(6(S — S)) (68)
EEHET B, TIT, (0(S-9)) 3.

N

(5(5 - 5)) = / 0T peq ({01, 21)5(S (i p1}) — ) (69)
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DEINERIN TS, THIERBITR LA L )12, FEIREOS IR peg 2+ SHap}) =S
T HAZEEOSERECBUTRLOT LD THE, Thbb, WEE S{q.n) O

q;

A

SDOEBM L ICp,, & T TRS

>
>

q9;

B 3: (LAHZER L S({q,pi}) = § F il T

WS HRELZTTHERL-SEEE»SBHIANVF—2EHLIODEEZLTI Y,
TODOHBIALFE—IF, TTYHE S A

BT ENIIA=ANS) 2EDE 2, ZOLHIILTHERDZNS) ZHCT, BHHZALF—-%
F(S) = F(X(S)) — kgTA(S)S (71)

EEFET D, 125l F() 13
F(\) = —kgTIn(e™%) (72)

EEREIND, THIE, M40 L) IBE SH, MAEEMATS{q,n}) =S OEEH MRS
FHETAHELIIE N 2D REOHBI AN F — 2RO TNA I LIZHYT B, % 2T
BRI, BIORFALT DL, NEERETHIHATALE - F(\) 2RO THE, S LKL
TAHLIIINT Y FAERL-ZEICHNST 5,

3.1.3 AXEIDOBEK

§2 TARAKDMD £ &) DX %En%E “EX 728 H12. RETH TDDFM 2°MD & &9
DI BREPEERD, FDOIIE, ED L) ZIKETHEIERDPEIN TV L0 L) BRI
ExRTNEeohwv, 23 SH) BT A HER 2B I LTHBTELETH %,

DFICRAIIIE, WCOMDEEEZTAHIETSH) KETAIFERE L TR 280RD5
WVIEFAEUREEIENTES, 37, Fy 2 AVWAFICL2ERLEITR ) &, BT ~

12(3E) © 3K A. Yoshimori, Phys. Rev. E vol. 59 (1999) p. 6535-6540. {2k 2 &, TDX ) %o A ¥ EALT
Ty TNWVERELEAIEE, WRFTAT 7V EER (RHEHETIE—EILENEFTADHEFA TV S),
PWIRFTAT v TVIZDOWTIIBELEES-1-1 2BEIITH L L,
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q1

CORICAHTHLIIC
HBEDITS

/

>
—

9

[ 4: MAEZER LD S({q,p)) = S DEBHE . ZOEEDSF

VanyHEAPERENLE, COFBRKXOFBIIARANCT Yy L OPEITRTVE LTS
Thb, —h, FrE&tUEBAFER 2 EE T 5L, TDDFM &% %, 2O TDDFM (213 3EHF 5
YUaAaNYHRRNIEINTV AT VY LNDEPELTWEEZADPHEHTH S, T2, S(t)
KT 2 ABANF 2AVAERIIZ500KEI RN EVIZELER S,

§3-3TEIERET v PV a Ny FREAZERT L, COFERXTE Fy &I hTnb, /28
3-4 TILNIE - Gunton D HEZRTH, COFRKXTIIFREIN5,

3.2 HEEETF
AKEIDES

REOBRLEHRIIA 7 -V OFERXZ ) 2 —ELVFEX (16) »5EL 2L THE, £07:
DI, FREEFEREAT S, FREET L. MR BSEHIHETLEEFTH S,

3.2.1 tAR®HIC

I TRBHBA S — VD) 2 — EVHFRER (16) 2 HEEFHR Ay — L TOWEE S(t) (2T
7R BCENENTHL, 20DOT Y=y 7 & LTHEERETFEIFERTANTH L,
HERETEL I, —ROCKRSNEEORELY RTHEROFH o LB R R+ ER2 T
BlAHTHETFTHL, Thbb, FEEEFECLI>THENAYT—LVD ) 2 - L HRERE
EEHIA T — VO TDDFM Do DB 2B S LA TE 5,

3.2.2 3 RTZRTOHE

BHEODIZ3RTEMTOREILHD LI, T2bb, ERERR X, X, X3 27 5 B,
EEDOXTZ ML AL,
A =g X7 + asXs + azX3 (73)
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R D 574 F 3 v 7 A L IRF ey

ERTIENERD, 72750 ay FA L X, ORETHL, ThELUTTIE, (A X,) ERTZ
bl N V3
BRI, A% X Xo FHICHET 2 LWV ) RIEETH P TRY L,

2
PA=a;X; +a:Xp =) (A X)X, (74)
u

Eh (M5ZH), Lz > T, 175 PYPEEEFICHET 2,

X;

A

_—_ e e L =2

Xi PA

B 5: 3 KRITZEM = Bl LtT”@ﬁ%P@ﬂAI

3.2.3 BARZREANDHEI%K

FNTIE, SRTEMTOHFEDI A—TVx L L] %’@ﬁ%%%ﬁﬁﬁcoihtwAWBﬁ
) NEHRL TA L o HROBRNIED P, TORIIH B L), SRLEMTEEDNS b
VE. HBHFME (D LITER) 15 :%2L7‘:?§T:VELiE§£i§F§’\HE?ETé 5

3RITLNZ bIVZER REEZE
AN b Al{q, p}):B%
12DORZ MULEBEFRZ FLVOFTERT 1 2O EHOBEBOMTERT
A=Y0_0.X, Al{ap}) = 2, awXu{a, pi})
75 P HHETF P
A % X1 Xo FHIZHE Al{a,m}) 2 Xi{a, m}) & Xo({aq, mi})
DL b EFZERIZEE

CTEBIIGAIDIEINEDODEETH DL, U-NEITHLHY, HLEHEEDOEHS A~
BT AMIZ, NEOERVELZNIT, s BREIEZ B E 25, RETIINEY
A= A({q,p}), B=B({aq,p}) 23 LT,

(4-B)= / dCA({a p1})B({an p}) F({anmd) (75)

ERHT Bo A 833 TR f =p({a,p}) ELTWEDOT, (4-B) = (AB) &) 2HB AL
B DREIZDOWTOFKE Y L SEMTH 5,
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UED L) HBOEHDS LT {q,p) PBRETHE %L LB TOHERET #

M

PA{g,p}) =Y (A X)Xu({qupi}) (76)
W

EEHET A, TN, ERERICSNBEERZEM (X1, Xo, -, XN} DEBDZEM { X1, Xo, -+, Xnr}
WARBE L2 L ICHYT A,

3.3 FBWI TN HERERXDER
KETDES

M7 > T any FRERIE, BllToRELKT (777 VHTF) 0300 ) LB CRERA T —
MIEB LEBZE) BTHERTH S, LrL, ZOERTRENEZENBEETIE T2\, FE
T vV any FRRI, BUYEE S ORMEMS % SOFEEBBICHEL TES, 20X
WL TEFHEENTS EENETD 222555, BARMIZIIHRANX (34) 2o THF 5, 5T
7eREET, 22062V TEUTIEEES v P2y FRAE B, T4bh, HEEE
FEEINVATHUE VI REEZ D> GEVESZ I BT,

3.3.1 A&t

I, BEVEHLRIRLVEGETITLILETE ) TIV VEBTERLE, LTOME6D
£, REROEH T, FETHLEREVKTFOEH L NS WVBEESFOERHIRE 7DD
THbho TLT, TOFIZEFEBVEFH LFEVCEFHFOE— FARE > T 5,

zk

J

X 6: FEEDOT 77 VEHOBSR, /NS RBERSFOEENIFD, KELBESTFOEEIT
BV A LAT—LVDORLELINODEEB ST LI EPHWNTH 5,

FIT, BEFOEH LT AYWEEL S=S{q,n}) £ Th, FLTSHLhDTRTOEHEZE
B %, SR A R BOBBRZERET 2, 20, 5,525, kWS HBERET L, Thbb,

{XH}__—{XlaX2v"'}={“§,7‘§2regv"'} (77)
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ERINDLD, IXRTOEKE ANDLLEIIR L, VY L-BEE T ANRIER Y, Bz
. 5,82 BT S+ SPUEARTH D, L oT, {X,} & LTEED S OBk £(9) 123
LT
f(.S') = Zquu (78)
©

LHRD X, 0EE (X} ERTIV,
TITIHX,x6(S~-S5) #AVT, ERDL ) 2MEEHOMEEST

£(8) = / ds5(S)8(S - 9) (79)
ORIZET, O X ICHBOBRILET %290 X(S)=cs(S—8) T oL

(X(9)X(8")) = cHo(S - 38)8(s" - 9))
= c25(S - S){6(S - 8))

(80)
L), BROERBLNE
(X(8)X(8)) =68(s -5 (81)
7 HBRAE LRI
c(S) = & - (82)

o(s-9)y) VI

L%k, ZITgS)=(0(S—8)) EEFE L. Lo T, EEDOMEK A L THEEET
PZRYE

PA = /dS(A - X(9))X(S)

_ 98 el8)  _ (A9(8)) o _ &
-/ B Lo (s [5Gy s -9
_ (Ag(S)) (83)

(9(5))

b,

ST, Va—ULEETLIIOWTEL S, ZOFEETFINE, BB EEBHIEIN
TBY, BICERLHBEEFZRAVE, Va— U LVEETFZUTOL ) ICHBTLI &8
T&5,

L=PL+QL (84)
ZZTQ=1-P TPLPBENERMIFLINHST QL PR VEFHERTHITH S,
FIT, ROBEEROEET. Ut,0) =t 2 HAK (34) 2 H CEVER) & 3#VHES) 25
Jho FRICE > T—RILENZIERE T ¥ YV any FERFZEHRT AL LKL,
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3.3.2 —MIELINLIFREI >V anFEX

FNTI IS NFIERTT ¥ Y a NV HRAOER 2T EB5, 2072512 §(t) 120nT
TR & EVER) I R MY B 2 EASBETH D, FABICH, ) 2 CLRET
L({@(0),p(0)}) 2> T,

3(t) = explL({a(0), m(0))H8(0) (85)
LREND, £ a—EAHRRS = LE 55,
S(t) = U(t,0)L§ (86)

LETIENHMED, JIT, M TERLSHEEET (83) L RAR (34) 2 fEoT, Ut,0) %
EVER & RVEBNE 1L h, T2 T Ly=QL, L =PL B, 20, St) 13,

ém:[UmmH%mme+%mmw (87)
b BAMIZ, BVEBI U ,0)L LEVEBOE Up(t,t) IO TE L, T2T,
R(t —t') = Uo(t,t)LS (88)
EEHRT DL, FHERTFOEE (83) 15,
QﬂzszWﬁWMW—wM+Rm

. ¢ ’ <LR(t - t’)g(é’)} !
_‘Avmm CE RO (89)

Ebho ZIZT, EXDE—HOBBESEBEANOTIHRIEIZL - T, #HESHEENORBERESR
FU®E,0) 239 > TR B EHT {q, pi} WEEDTRS DI g(5) 75171254 B, L7zhSoTU(E,0)
(T VEBD LR(t — ') IZIEAE T, BVHEHO g(S) ICORMERT 50T,

oo [F{LR@E —t)g(S(E))) ..,
ao_A G dt’ + R(t) (90)

LEREND, Tbb, $LOL L, YWHE SICHT L EFHHRERITEVCERD R(t) &, BUVE
B g(SH)) 1T A ENHEL, ThEUBRTE—RILENST Y Vany FRER LITL,

3.3.3 v/ 7EEl

PDEn X9z, §HEEET (83) L HARK (34) 2o T, BVBE) & FVIES) & & 508 L /o L5
HAERK (90) %Y 2 — EAHER (16) 2 HBHT 2 T LAWK, 22 F T, —WOEMETL
T\, T4bb, Ja—ELVHRER (16) LEALTHE, I Tk, KEL LT, RDOEFHD
IHLEVERIGEEL, vV a7aEME TR, ThbE () ROTITr v FORNILH S, &
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WEBORHEREEFY. TNV IBERIGEMUT S L b s nT LTy FREK (90) OB
BOBEEAD T FDOETIE,
(LR(t - t"g(S(t))) ([LUo(t — t')LS]g(S(t")))

~ ([Lro(t - t')LS]g(S(t)))

— (L281g(S(E) Tt~ #) (01)
LafplEans, £oT
o L2S]g (5) ,
S@) = o) / "Ndt' + R(t)
- [L25]9 S(t> R 92
PO 52

&b,

ZIT, EEOYEE AL T, FHOEFEMEDLDS (U(0)A4) = (A) 255, 0% RER
53 BHIET, (U0)LA) =0 THb, 2t =0DHE (LA =0Thb, &5I1Z, A= BC
EEBE. L=Y,{q0/0q +pd/0m} THAHI &h 5 LA=|LB|C+ B[LC) £ %5, £-T,
(LBIC) = —(B[LC)) k%8B, #ZTB=LS,C=g(8) £¥hL, g(S) DEEHS

(IL%S]g(S(1)) = —mﬁwmﬂﬂ»=—<wﬂwﬂiﬁ§m>

s 29SO\ _ 0 n
- <[LSJ L8 (——55—@—» = 55 (ESPa(5@)

9 ([LSPg(5(1)))

= — = S 93
530 (G ) (%)
LB, I, o
o (LSPa(5(0)
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