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Energy relaxation pathways in N-methylacetamide molecules
Student: Ruei-Chen Weng Advisor: Dr. Cheng-Hung Chang
Institute of physics
National Chiao Tung University

Abstract

In order to understand the energy transduction path way in biologically
relevant molecules, we use GROMACS to construct N-methylacetamide
molecule models, calculate their atomic speeds and configurations,
convert ‘these information to power spectral density, extract the
evolution of the frequency-peaks of specific chemical bonds, find out the
relations between peak—variations, and analyze the paths of energy
transfer and relaxation time. Under various protocols, we obtain fairly
stable and consistent relaxation time around 5.0ps, which is close to the
experimentally measured relaxation time 4.9ps and the total relaxation
time 11.7ps calculated by the instantaneous normal mode analysis. The
time-dependent power spectrum analysis turns out to be another feasible
tool for analyzing intra molecular energy rclaxations, beyond the
anti-Stokes Raman analysis and the instantaneous normal mode analysis.
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I U TEER B T EEREEME S 0T ARZRERR - grEHiEt
SR RE BREE 5 BERR »AE LL N e G Y EER SR E f 24 (heat bath) - 1993
FA. Tokmakoff< \ 83 E —(E%'E 7+ R IKAGH R EOEEE » RS - Ik
B T B E R A (1] - KA E T e B fe T il (anharmonic) & B {E AV R

RE o TR o B R SR FR i (vibration relaxation) « 7F I T(E » E &K
TAEW(CO)AMICr(CO)6 A R AU S Bije(CCla) 1515 (CHCLs chloroform) &
th 2RO 1% () W(CO)s/(CCla) > (bYW(CO)6/CHCL3 2 (c)Cr(CO)/(CCla) > DAKZ

(d)Cr(CO)6ICHCL3 » FlJFH?2 picoseconds pulseHy R S a2 S AICOTE » HIZZ T

FPREN A i FHH(vibration lifetime) T ° FFEE5ER » JATR(@(C(DHY 7 B8 BB 2 0
=R - R R = fE . IR & 8T - 200 ARG T RN S
BT BRI EMER o RRIZLE B S - SEHAFIER S e R IR ED A e SR © B PRy

PREhFZ5H 5 #(vibrational relaxation constant) K = 27” 0 |(V(4))|2(np +1) - Hrfp

BB TREEE > noB (5% (phonon occupation number) > <V>ERIZ &I AE
ARV ERREAIAER - CCLABACHCLs/E R ERAR RIS R » (A ZHATH o - B8
ERET S WIRAEHRAS RS T - ISRy TR A /ER T - %3 Debye
frequency YR/ )N - PRIEL 288 Debye frequencyVEE T-RE S o SRR ST =T T
o FELAW(COYs R AE AR T » 7ATICCLAAY 0 TNFRME FE G A 2 DA oY
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DIERE > 2R BICHCLIAY o I P & & oA U4 IR - AR CHCLaH nob
DEER A - 12 AP R0 T R frl a3 & RN [2]

1999 4 C.W.Rella Z A (£ F H F #6185 S (free electron laser * FEL)¥ZRIMFHIALZR
(Myoglobin) Az (Amid D## - FEL HIARE-F ST ALYE 1ps » B2 &b itiReY
Myoglobin » 7&FlE D20 B H i (elycer(ol-ds)) 2L 1 * 4 BSfEELIE AT - EigfsH
FEAREDRE T » H I FEEHAELI DI R OGRS (FTIR absorption spectra) YR
AR H R IRB AR END@E AR » & MR st s ¥R S
HRMEAK © TE LA IENERTIRZFEAELY S00[cm ™ DA T AYEAHIE » &7 B H 7 Ay
SR - Bam LR T SRS AR (bath mode)H 2% » FRENI BRI > BE & relax
AR e - B REAVR SRS RO RS A & > BUR =i modes N2 H
PR BN FHRE - e % i PR ENAE & & Jo (£ &% modes . [H] {818

2009FShigetoSs A LA =& BRfRAY At 73— HE BAEE A2 BT IARTE - S5—(EF
B2 RliReh (5 A8 (vibration mode) HYRE =L 2 T~ (KARAVIRENHRR « S8 FEEL Ry
SRR BN RRHE & (5 2 S ARSI AR A - 65 PR B K (AT iR PR G AR 2
RENEE o RRRO IR - HER b R R - KB ALAMIRTE 0 H T
Mz (glycine, GLY) » N-BHEEZ % (N-methylacetamide, NMA) ~ 52 FHER e+

(Benzoate anion, BZ)fE i k> j8ahi @ #(chain) Al Al & anti-Stokes Raman/fsE DU 22
REEAT A ERESERE RNV - B i BGLY BABZ SRR RIS AR NV RE B HHEFEAY
FIFEERY RS P FERE B ESAIRE SRR - 2 - NMARYAE &2 MHEFERL
FIENEHY - HHNMASE & FHCHs RS R R (E R S 2 RSV 48 4 e B HH £64.9

ps[4] °



2010 4 Bastida #E—20FFIIR&R M7 TR BEIEREE T EREERVEENIRATE - 77
HrRE T BEE B A NMA B ARG ik S R - BIEsET RLAVER
I EE —PEEE By 0—0.14ps > 55 P& Ry 0.14—1.84ps > 25 =& B Ky 1.84ps—10.6ps ©
FERS =5 8 T AN [ ZNEE > 53 51 B semirigid D20 ~rigid D20~ Kz vacuum FRE% ©
FEERN D0 7T @ERREMERYG - S-F-SrsAae/ MaERE) - /£
semirigid FAAY > SEEIEEERY > (HFR A UKEE o] LIRSS - 7 rigid 241 > SR AERE
HEE o £ vacuum AIZHERERYHZEIRAER - S e HIRETEE —FEEE - =(H
BRI A TR ] B AR Ry 14 (Flexible) Do Hf HYR TR SRAHF] - AR I IR 1E 56
—PEELAYAE BRI RRELRAE 1 ER - )2 A FEAE RIS - 1255 P8R =
TRy T84S B AAE (R A4 Bl » i L ZE BB A A EY 438 P g Pl U S HH B _E T
BEFORE PEE Y AE B EACT FE LIRS I (EIHERE L A, H A El o IR Bk
HEZNEE T o IR RSO (SRR EIR RS AR B (R » SF RS
flexible A1 semirigid D20 FEEERET NHYZE RIS RIAHAT o APRE DR IS E - 1
TR FERIAR AN > w L BNER ST FIREIT F A NMA fE EFERHYEE 2
RMERNMA 73 IR - AR+ - NMA F #H A BRE A&

L=l

4H (intramolecular vibrational redistribution) EEE & FEHTES L[

LU ERE EMBUBRERAIFERR R AN - 15 5 LG BN infrard-Raman 65 > 78
S (e fERE 2l 5 7Y Fibep I ARG (Instantaneous Normal-Mode) 7715 2 HYRE
o FEILER X BRAME S T E "Rt | seaisfEii - gt
DLUFHAR RGO » A o e 5 BRI, ~ B ~ AR IR S nIboE - 1
(b2 LE AT HIZRETE /3 THINERRLLY » FEASRSL > FAMIEE P B TRl e 22
NMA 73R8 EFERURFHYFE PR RE AT - HORS (STl R DR R B Hh A8
W BB e ] 52 N I (B A AR R R (population) /D - FEETAF » B3k
{5 F] GROMACS SRAGZLAE ] 2R » ST 4R R B B AH ARG - R
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2.1 ZREAH BE R B (Velocity Auto-correlation function)

2R FEE A o] e B P PR AR PR i 1B 0 T B IR B R MR« AR 2 (R R B

RV (¢) - ZRFEAHRE R # (autocorrelation function) EFE K,

Oe) = ygg% jOT VOV (t+1)di eq(2.1)
"
C(z) = lim~ [ v+ eq(2.2)
x>0 T 9112
Hr

% C () 2R3 R R R — B P (IR 2 RV BV - A & A W {2 1Y I
<V(W(t+7)> °

MCE Cla) BRI RSV (0) BLRRER YV (1 + 7) Z A BRI FHRA M -

¥ C(r) EEBUR B Cr) = C(-1) °

X C(r) ERANESE C(0) °

% C(0) Z RV (1) PG HY 1S

ARV (1) BA BN - Bl COo) B AR - SFAAT > CO0) IR C(nT),
nel &R KE -

2.2 {17 E&Ha( Fourier Transformation)

T SR MM AVRR Sy B o B AR R I (time domain) pREEE LAY T (5
SHTHISEZR I (frequency domain) U  (1{a] I HA crEET 7] DL 1552 eI ER 5% bR
BB A EES AR BT TR AT AR o BERERTR £ (x) i
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SEE S UB SRRV 3L o
S () Ziki fie™ o f = J‘_’; f(x)e ™ dx eq(2.3)

He|£], FEREBIRNE E PRI -

BREL S (x) HYME T IR

F(@)=|" f(x)e™dx eq(2.4)

Ry T AE BB v i P e SACRE e T SR S (] o R A R (1L T A (Discrete
Fourier Transform) > f&j4# DFT o ¥7> N {EA #HEEIER x[n],0<n < N > EHYEE

HALE T TS A B T T SRS S ARy

F{x[n]}y=xlk]= %fe_i’gnkx[n] k=0,1".N~1 eq(2.5)
FYx[k] Nz Fn X[kl n=0,1..N-1 eq(2.6)

n=0

FH P B (8 T T S R A A e 1 PR B LS (Fast
Fourier Transformation) > 4% FFT o & i FAY PR (ST S 8408 BU AR 1965 4 Cooley
Ko Tukey FEFEEIHY * FETERF —(EFF YRS & N BB LI Ry [ e & &
FE& Ry N2 BB LEE R 51 » b — 105 ] DURFE BT ERE D N FE /& NIn(N) -
IR R (17 B 2 (] (PR Al

(DHUBEARAR (Sampling rate) Wi ZH 1T = BUGEE B U AR Ry i = B 0 AR I R (% 2
BAE -

(2)EUER: FE S0 By R SR R B B £

(3)EHIEHR A AN -

(4) RS0 B 2 {8 » K€ N

HL P EUBAR AR 2 A B R ] (R RSB S SRR SRy 2B - BB BIAAGER - MRy
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FEUE 0.26s (B - FRER PR Ry S0[1/ ps] » LRI 2s BERF— N A
SRR BB > AP HUE RIS Ry 2fs - BUSEFERR K 500[1/ps] » AL > HUEAR
FE RO RERAY 10 45 o [REEEAINY E BB ELE CHL #H3 % 3000[cm ™ ]#Y
etz > EMHER 94[1/ps] - EHURERSTE IR RIS - Ry 7 AR [EREY
NSRS BAE—HE G RN H > A R (DRIPRE -

P Wy = e > I Wit i=(Wh)™ o (e i s P DR - PR FI T
BT (a) B2 (b) e & -

() EHTBIE W =W eq(2.7)
(b)iEEAMEI = WD = ook eq(2.8)

PR EILIR AT PRI EAL D 7/ N EREEES x[n],0 <n < N JrBRIEY > — R
HBESIAn],,, > — B ], 0 i= 0,1,2---(%—1) g Iﬂz_ﬁm%ﬁg Fe5lHY
B EALTE SR

N1 _Am.
B 3y e a2 2
2 AN =012..C-1) c1(2.9)

Ak, = o PN x[2n+1]

n=0

k],

EER

(N/2)-1

Feven(k N/ ; f(z )W]\;’/é‘

1 2 ,
Fodd(k) Z f(2n+l)W,\',1/2

N/2 &

k= 0,1,2...%—1) ¢q(2.10)

FHIEE AT AT —(E N B 5 R A SR Ry

—2irk

Fiky = F (e ¥ Fy(n)

even

eq(2.1D)

F{k%}——w (e N E ()}

even




2.3 TR (Power spectrum)

s TR AR EIEAR T H - tIRBMEIIE e » SN EHH T AYeE x(r) > Ff
AR ERAEII R
(1) = i ae™ | a = %J.T;Qx(t)emwdt eq(2.12)
FE x(r) R EHIEE RS - EEATA

T/2
I_T/2|x(t)|dt — eq(2.13)

B0 x(¢) & {5 F 5 HH (S B AR OARHY) eR L » RISRER AR U
x(t)= T Fw)e™dw | F(w)= b T x(t)e ™" dt eq(2.14)
e e

HAFERRAER
[ Jxo)]de < o0 eq.(2.15)
¥ HFEENE R AR T ARERRE5E © FORFRE R
F(w) = joTx(t)e-"W’dt
¥t R - SRR AR -
B — A PAEbE A A 2 (stationary process). > (O PE{E (R 2 HIG 5 {H %) A BB
ML > HEEEEHE ORFERE] 0o 00) > FIANIESZN SR H R - HHVE

TEELE » FR1F eq(UISARRAL » EZE|x(O AR 285
Bl

;12)10 I0T|x(t)|2 dt = J:O |F(w)|2 dw — o eq(2.16)
DRI B AP R BT REFI AT BEES AT eq(2.14) K HEARIE-FEREE - BIfEA MBIk

t > AR S AEE L R o By 7 RHRE M AR T PR B AR AR PR AR HY



Wk -

£ eq.16)F B R RSV B R ERE T x(O R EREE  x* (O
T AL BIHAYLIR) - Baix(OE— B PRAERE - B2 eqQ14) 2BV
EHMRAY - BRA:

o
lim [ e[ de <o ea(2.17)

T—o

TIRERRIL - BEUTHYEZEEIRA 1L - BIAR S

Hep C(r) R H eq(2.2.1) Fz eq(2.2.2) = ‘& 7 =0 BFR[EF] eq(2. 18)HY4S 5

lim— " ¥ (6)dt = C(0) = [

T—x T J-T/2



FERAEREREETR

1B B BT/ 48 N-F A ZBif#(N-methylacetamide) 73 » N-FRE ZfE 7772
- R -4 o310 8] 3.1 AT LB EIFE N-FEL ZBiHe 7Ty R (A —(E
FREL(CH3) » Ry 75 (il - 3SR 5EAT E Y AR(CH3)dn 44 & CHL > SEATSEAY

HEL(CHY) a4 Ry CHaR « fE— BRI T - EGIPRE tighiRG S, - &8s 30.55C

(28°C ) b 206°C » ARERIK « ZE% ~ 78 ~ B~ &7 - TRAE S RREERIRFHY
[EEEY) - o] RS R AT SdaE - NMA #a —ERRACTE - 2 - (E A=Y EREn
I B HERE Model » P51 0 KRB A YAHERRTRE -

3.1 N-HEZBAER D FRE R SERvhkC) - B EWN) - 4LEZ2E () -
KREEEH)

10



3.1 ZGHEERRE

GROMACS & Groningen Machine for Chemical Simulations FY4E 5 » &2 —BE5e4EY)
TF R TR ENESEE > DB S - B8 EHEE ST I
HZIEIRE ERE RN FEEE T IEE J7{E - GROMACS /& e Bfiis o] AT

WWW.Zromacs.org | & °

VT S &R Sy Ry Pt o — T e N-FH 2 Z I (N-methylacetamide) 73 F-1E
TE(E & T A8 3.2 0 AL uE A NMA200 @ B—fE e e mK i &+ Y
—¥5 NMA 20F > 40[E 3.2 [ Z 4 ki 55 NMA _water °

3.2 1 NMA200 /2 B {f# NMA 73 FE A&7 -
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3.3 : NMA_water %8 NMA 77 TF A 2nm#2nm*2nm 5t m7K )& -

3.1.1 NMA200 &R 4%

FERNMA2008ARY - SRS 2 st &= (.ero) ~ TS EGER(Itp) ~ BREEIRIT

(.mdp) ° .grofFEFCROMACS L EARHT -1 B ~ 7381w © itpsCik > T
TS~ SRS AT ~ SRAE R SRR - iE MM HIHY I /2 0PLSAA[6] » mdp
SCETARIERHR R SURIT ~ 2 GURE ~ RGBT ~ R - cutoffF3E - &
FTA & RE ACGROMACS Z1& & 2 A IhslE (top) sl ik A& AN > NN MAE St

HYE AR ©

BER— Bl P &4
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grompp_d -f md1.mdp -c em.gro -p topol.top -o md1.tpr

mdrun_d -nt 4 -v -deffnm md1

5% grompp FFATA & RE ASEEAE (topol.top) » EFEEAZE GROMACS &
AR LA (double versom)FL M HAETE & IILE" 47 ARE¥dT £ LSS
- GBI (mdp) » -c B AZ I (gro) » -p EEAFREEE(top) » -0 ZERY
GROMACS E &N RAFAEZE(tpr) @ -nt 57 epu HEEAZOEE » -deffnm HEFEE

1o 2 1% E IS RV IR ZE R IR TR 2 (e B R A ST I A A NAVIE S

EE L BELRETEZE (1)~ RARAER (edr)~ S 4045 ME(.gro) - 4B EE R (log) ~
ZHOIRRE(ept) © AMTAE R EIEENAE - iLBE ~ 4858 ~ BEMR(F T~ AHURE - 2%
BT~ §RESES - 2B BN AUE RN ATERRER - 28 ES
¥ S tEYaaE - SERRE - BEREF T RRL ] S &R -

make_ndx - f mdl.gro

make_ndx 15 AL A RIR FEOE R R B FaE e EF4l - #00 -0 745
EERAE Y THR R AE 25 index.ndx e

FER L KEFTA Y NMA | CHsL fi#Z 1000K

grompp_df - md3.mdp -c mdl.gro -t mdl.cpt -n index.ndx -p topol.top -0 md3.tpr

mdrun_d -nt 4 -v -deffnm md3

£ GROMACS # 1] DURHE 7 B - S HE R E st E H S R U EGIRE - R
TR ATl 24845 (aro) ~ ZEHRRE(.cpt) R grompp F5 5 1A tpr B AT -
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HEE= L NELNMA 18HY relaxation

grompp_df - md4.mdp -c md3.gro -t md3.cpt -n index.ndx -p topol.top -0 md4.tpr

mdrun_d -nt 4 -v -deffnm md4

BRI - SRR

grompp_df - md2.mdp -c md3.gro -t mdl.cpt -n index.ndx -p topol.top -o md1.tpr

mdrun_d -nt 4 -v -deffnm md2

J5% dlenerdy LMK EATREELAGHE B GedD IR, (iRl e 2o
{ls» ve—SEh R SEPIE g energy fS BN STBSEEAYTIT IER ) A
58 SRS 53 ORI,

3.1.2 NMA_water B2k

SRR — © BUGRTIGETE

editconf_d -f nmlgopls.gro -o box.gro -box 2.089 2.085 2.08 -center 1.0 1.0 1.0
genbox_d -cp box.gro -cs spc216.gro -o solvl.gro -p topol.top

editconf_d -f solv1.gro -o solv.gro -box 2.0 2.0 2.0 -center 1.0 1.0 1.0

5 ediconf BRI/ FALIERE » I AHINMAZT F45HE5 A - -box E F & T AV/)N » -center
TEFTFALE - $55 genbox AT BURFE E MY 73 FHEURI4E E HYZE R » AERAMAY 247 5E
e FHAEETE i7K SRR R (1] 220 22 PRI AC AR IR © spc216.grofEGROMACS
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R FATIP3P 7] K 57 TR -

SEE . seEmME

grompp_d -f min.mdp -c solv.gro -p topol.top -0 em.tpr -maxwarn 5

mdrun_d -nt 4 -v -deffnm em

sEE R MBI E o (AR iR R O 1Y (L & B2 ) A BB
E Ry TR EWINLRE - B RERIAER > NILRERTREER/ME » E A
oA —(EBTH B E HUEEAG R

ER =FNAIIE# NMA200 HyAZBR—2(I -

3.2 ThEREETE (Power spectrum)

Fo T Z TR - SeoE S — TR

T : o~ MD BRI (s %) -

dt + oA B eR Y R B R EEIE Ry T T HUS B R AR - TR A
GeacER oy T BB e R o ] 3.4(E) Ao CHAL 555 B 2R S S H5F Y ey e
F—EEE A NTERFE—(ERFZ] T FHFZ] T-+dt #Y 2R R B - FIIFH g_velacc
STHREFZ T 22 T+dt BYZEEARRH R (velocity autocorrelation function) > (&l 3.4( )
JR 12 LG G P P A R AR R ey B R 3.4 ) 2% L e {1 1 (o T B i

(Fourier transform) > #HS 2R [EHFZIMV 2GS (power spectrum) ° Z1[E 3.4(T) °
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T->T+dt

- F B FFFH

m

0.5 0. :“ 0.5H 05
=05H V=05 =05 -035

-1.0% -10% -lo0'-1.0

Velocity

0.6 0.6 0.6 0.6 06706 0.5

osf osf ost osp  osfo s
04} 04F 04f 04}  04f04 03
o3} o3f o03f o 0 o
o2F o2f o02f o2 o2fo2 0.1
0.1 0 I.Q_O.l =_0.1 0.1 O.I. q ’! 5 s 000 e et
o 0o 0 0 0 0 1000 2000 3000 4000
B 3.4 % HES CHSL 3k SR B > 8 T Toeclt M3 S 38 R 21 T 119k

FEERRE o BRI 2] T HYZRFEARGH PR ) = St apie 21 T HYZR AR FH er 2 i
(17 R USRIl DPREECT E]) -

FHINREE - AP W=3000.9982 cm " [l — 848 (peak) > 1 — %k
B ECER S {E B Ry E RERR AN E] 3.5 HFIE(EERA T

e 2] T Fracsk SIRVIEER R P(T) > BIATRFZ] T=0[ps]HYIE{EEC R P(0)
)] T=1[ps]AVIEEEC Ry P(1) » Hort P(T) B Ryze P sioRZ g ESE - &

m%%a%$%’$%%m$ﬁﬁﬁ%%=mePmWHNWN:%ﬁP@

16



0.6 0.6 0.6 0.6 0.6 0.6 s

0.4

eo0eoeooo0 b
02

04 04 04 04 0.4 04

0.1 0.1 0.1 0.1 0.1 0.1 o

0 10 10 10 10 100¢ 0 1000 000 r 4000
T T T T
<< -
0.25 [ ]
L |
o
P(T) 2 —
o
15— oo —
<

Cos_o7, o oo J'
" Coo oo o o OO0 oo -

© CoTTo Coos ocfo oo oFfo?

L 1 s 1 L 1 N 1 \

015 10 20 30 40 50

Time [ps]

3.5 ¢ e P el (e e i Y 5 R

|
0.25 — N
Po -1 |
015 — |
N = Coon © S S ]
RS OOOOOOOOO PP OO OO MoogoT
o1o I i < 0 I 36 ' e ' 50
Time|ps]
3.6 ¢ TR IS MR R RS I E & B, -
FHEE 3.5 & 3.6 35 P(T) BiL R, - FI[H
Yo (T)=P(T)-P, eq(3.1)
H5E 3.7 VAL ElEE: - FIFH
-X
y=Axexp(—) eq(3.2)
T
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BT O BIRL L E R (exponential ) (fitting) » 151&] 3.7 HUKLEVE LR - AHy « BIR

CHL B3 ¥R RS (relaxation time) ©

0.25

0.1

0.05
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time[ps]

3.7¢W=3000.9982[ cm ™" |CHsL (Bt & » SRR R EERIEEL 4L 40 BBt Hh 4% -

ARG ESE - 500 EA R IEEN TRt - ek TR
P(T)/2 HYPRER > At B 3.8 B B Rat BT SR AH ARG DAE Fe S T R AR

YIRS E th R AR bE TSRl [ rfe Rl 5 2 Rt i o o
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FUUEEAE RS R

4.1 BTN

WA TR S BHY NMA200 247 » £E 5T 2R FEAH B el s S48 50 200 {57
THIV > GEEAHE R &7 (ensemble) 15 > N IHEERHEAIBHEE - FfT =] LAFI A
o = FRORH T AR G B AR R PRl LR AHRSS Y NMA _water 2247

BiZ=ry CHsL HARE B NMA 771 - RIIAETTR S o [(EEIRR R i (E EHr R
S LRVEHRAE 4.1)JEF AL - SRS TR ] o By 1 IMPRIS LR -

TR ARG TS - DU PR RS S &t P 70 - — e i 2 AT R
BEHL PR BRI SRS R BT

l. T I T é T

L]
&

pow value
.

o CH3L
— CH3L A=18549.348 B=0.084
CH3R
CH3R A=0.050 B=0.029
COa
COa A=-1.847 B=0.621
o COb
— COb A=0.418 B=0.027
o NH
— NH A=-2.331 B=2.628

4.1 : NMA_water 2 4RIE(HZEEE > SRS K 298k » (ERFFEER di=1ps °
thiEh SIS EGET RIS R > BGEIE R HESHILR -
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4.1.1 ZREEAHBH BT

AU FHA [E] BLEAE 146 EA [FIRL T BB R FE R BRSO R I — (8 545
BB > B R EF N & RS —1Y CHL AR (b » B HH B A R e (A
] 3.4 F S CE 6 i) ) A2 FEE A B 8 » S 8 L P ) R FEE AR B e BB P8
ARSI BRI R TR, - [ 4.2 B B N RFF R 10 ~ 30 ~ 50 ~ 100 ~ 200 4H2R
JEAH R LR BB P Y5 SR o [0 AT RS e SH B S5 B - B RE BT B
AV R SRECIGERG S o HiZR 4.1 7] DUG Rl S aB E AN - I8 (E B L B 8
TR = T -
VAC ensemble by different nmber of time

dt=1 T298 CH3L
0.1

o1 (al)l count=10 tau=6.076 | —  count=30 tau=1522
I u — I —
0.08 o 0.08 o (b) 0.08

0.06 O —0.06 0.06
0.04 0.04

0.1

count=1 tau=02 |

P(T)-P,
]
£
|
|

0.02

0.08
0.06

P(T)-P,
]
g

0.02

B 4.2 20T HPBEE £ 208K AR T - CHL B8 R B e 4 73 -
(@)@ BIEAIRLE 10 ~ 30 ~ 50~ 100 ~ 200 AL - BB B E(E - AT R ES
R -
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SHE | RN (ps] |USEARAE S | I (E | R3S
1 0.200 0.073 0.113 0.648
10 6.076 0.035 0.117 0.3
30 4.522 0.03 0.121 0.244
50 3.242 0.028 0.121 0.234
100 2.898 0.026 0.128 0.204
200 3.347 0.026 0.124 0.208

4.1 PR A BA R BUECA [RISH B R S P P& CHBL HiR % mode HY 2 R HFH]

4.1.2 TIERGEHIG

Y[E kil 4.1.1 RV ERG A » RE e S E R R R R A B el

BN IIEREE - G HAYREREEA B YA K S - B 4.3 L MR
F510 530 > 50 ~ 100 ~ 200 $HRYTHZRGE ARG o oo il b 2 PR iy e HL Ak

SR B FH A ] et B R PRI SR B B[R] RHEO S Ao ] LU 2 B
B HE SRS SHBER o 4.2 5 IR [RIRH R N YRR - BV #r1& CHs i
BV - BARAEE o BN E -V ERRRRHY AR -

22



POW ensemble by different nmber of time
dt=1 T298 CH3L

0.1 T 0.1 0.1 —
| count=1 tau=02 | count=10 tau=6.022 | —  count=30 tau=4.603
008 @ % o —=0.08 =  (b) —0.08
_ 0061 © o6 0.06
A O
S 004 —0.04 0.04
&
0.02 Cg) o —0.02 0.02
0 A o) 0 0
O, | | |
0.02 1 | 1 1 .02 | | 1 002
0 10 20 3 0 10 20 3 0 10 20 30
0.1 0.1 0.1
| —  count=30 tau=3.200 | count=100 tau=2.834 | —  count=200 tau=3.293

P(T)-P,

4.3 280V m Ry 208K HYIEIE T - B SR EIHY CHaL f(H %8719 (2)-(e)
7SRy 10 ~ 30 ~ 50 ~ 100 ~ 200 HYGESR » BB At H(E - (LR AP b E -

SHE ERRHEps] |RETEREE PPYRE | PR
1 0.222 0.035 0.12 0.291
10 6.022 0.03 0.124 0.242
30 4.605 0.029 0.124 0.23
50 3.200 0.027 0.131 0.203
100 2.834 0.027 0.131 0.203
200 3.293 0.026 0.128 0.207
% 4.2 1 BIPERGE A FIRHB RS PR CHL fikiZ mode HYZE R fH
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Countting V.S. Standard Deviation
dt=1 T298 CH3L

| [EF—£] tau_powen
3] tau_vacen
——————F]
| .
150 200
| &—< SD_powen
—< SD_vacen
oL . | . | . | .
0 30 50 100 150 200
T I ! I ! I le—o AVG_powen
0.25 B G— AVG_vacen
0.15— o " —}
£ &
01879 L T T . | . ]
0 50 100 150 200

number of count

[l 4.4, DRSS 4.1 8 4.2 SR AR R el S B R AR PSR T ik - W
AT BRI () ~ I (E AR (R )  SPRgIR(ERY = R (T IR -

EERe 4.1 B2 4.2 SRR ] A [FIH U 3 A 504 TS BlE 4.4 - AREAEE PTE i
FAAEA [FIRH B N BRI R (E 5T 28 Fos 2V - MR R T353R FH Th
SR AP PSR 2 R A A FH 28 P A B e P AR 22 IR A B 2

] FH 2R A B B B A O PR L R R e D Rl 2 e R TR AR ]
A S EHATHIEE R -

4.2 A EIRFE &R THITEREE

TN RG34 mode B » VRIeE T REREAHRH R EL - ZRIME T R 2R AH R

BB A& (E D E PRI 2B Horh— (Bt R R ] > 2 HPTHCR FIAYE R
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N 4.5)5 TR AR By > N EZ B EEEERE AR SRR
Pt e e iR L 1T 2 - B R I AT B i RS D Rt e -
A2 (ESUE BHESH mode AV EICELEIZ - N R (BSRAVIRE FAHIE R - FTLAERgE
16 ] P P IR BV - TR Db 4 e e e s ] 1 i Bk D Y EE P g i i K HE S
LU 4.5 Fof] > 22 4 b ] b F] P Y 2R AR R e B - DAVUREBR E0 R %2 - Xl f]
AL ZRIAR - IR IEEFIRHVB RN HH L CEIOER X - BiE 4 &K
IhRet > SEEAE 800 cm 1700 cm' Z [ERVEE(LANE 4.6 - FHFZIE FTBHEE
EH ey ] s ] D e 2 P ([l L R e e e R T LA S 2 O (E - S5
i (E A 208 - R A3 VI A FDFRIER S R 2R - i (SR
JEE RO IR FEE AR R B 8 - A PR L SRR A B BT (R o ££/ )N [ e e Y 2R A A
BB (At BUNHITHFRIE G A EORHY AR | EfR 0 DU RRIE(E - A& 4.6 AT
& AN YR e L A DR AR (DA R R &R T i RRry 2L -

[cm™] [ps™]

CHsL 3000.998 94.24773

CHsR 3000.998 94.24778

Coa 1533.844 | 48.17109
Cob 1733910 | 54.45427
NH 3334.442 104.7198

4.3 T A EERESERA R IR R
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VAC function

correlation time[ps]

4.5 ¢ A [EIRE e R FE A 2R FE AE B PR B - fefh Ao FRr ] R R dit[ps) - 40 Ay 2R FE AH B8
EREA{E o BE4R dt=0.2ps ~ SE4% dt=0.4ps ~ &L4% dt=1ps ~ 4% dt=4ps °

0.4 T T

03—

intensity
=
b
|

0.l

M .

0 2000 4000
-1
W [cm ]

4.6 © A[EI R T 2R EE AR B LB A AR Y TG - il By T BE R - A
il B TR AE o BELR dt=0.2ps ~ 45%45 dt=0.4ps ~ 4145 dt=1ps ~ 4% dt=4ps - (BT y i)
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A [EIAY G R 2R AR B e B R D38 B & A FRIE - (HEE 4.7 ATLLE S
[ (relaxation time) fEA~ [F] 2R AR BR LR BV R B e [ #fE A =2 - R
B -

02 T T T T
Q4
— nma200 di=4 tau=4.349
L (O |
— nma200 di=1 tau=4.483
0.4
0.15— nma200 di=0.4 tau=4.437
Q02
— nma200 di=0.2 tau=4.897
[}
[l
A 01
=
e
[l
0.05
0

fi1] 4.7 : A [ HeF R s [ A 228 Y8 i (relaxation time) > B &7 Fadht 7 ARG A S B EUE
?‘éﬁﬂquz T/mﬁ:/é& 298K -

4.3 AEPRE T BV E BRI

NEEMERNEAE > Ag A BB EHURE » SREAFEA BHGEE
GEASL BRI G2 52 - BB RS A AR S — (AP
BB MIRE - 75 NMA200 HYZR & > ¥ NMA /Y CHsL FEl & T FEHYF

MR AR 22 A RS N S50 mode HYZERIR 2 BLEEFRIRE ] -
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NMA?200 decaytime with different Temp at Balance
dt=1 y=A0*exp(-x/tau)

05 T T | T | T

nma200 T100 tau=53.860
nma200 T150 tau=20.865
nma200 T200 tau=9.619
nma200 T273 tau=5.037
nma200 T298 tau=4.060
nma200 T350 tau=3.683
nma200 T373 tau=2.397
nma200 T500 tau=2.708
nma200 T600 tau=17.993
nma200 T700 tau=6.005

\La\o-_u_

o L i~ e, e = R "

4.8 : NMA200 Z:88 N [EDREE [N EY2EE pRERred S o Aottt s R 58 f] [ps] » 40el
Ry EEEE

HH I 4.8 R34 FDREFEEARER B Rt E R TR el - 1R

FY AT U S I B g A RO Y AR ] > NMA200 Zat B R e B0
JERA AL 4.9 -
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Temperature V.S Relaxation time

G—6 nma200 P(T)-P,
- nma200 A(T)-A o
G—© nma_wtaer P(T)-P,

nma_water A(T)-A

£
3
I

S

|
200 300 400 500 600 700
Temperature [K]

4.9.: NMA200 #&tEd NMAwater Za%t.m & LB RIS i (& -

NMA_water decayfitting
dt=1 y=A*exp(-x/tau)

0.3

025

0.05

— NMA_water T150 tau=4.863
— NMA_water T273 tau=6.760| —

NMA _water T298 tau=4.257
— NMA_water T309 tau=4.026

4.10 © NMA_water Z:47¢ N [EDREE N HYEESRIF G o Al R tH IR ] [ps] -
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“eil Ryl (EEEME -

FEE 4.9 #E SRR P(T)-PO)Y Y BRI R BUR BRI - iR oy R = (Bl ES

S REEGURE/INA 0 C > B AL B SRR ORI

0C ~100C Kyl > SB=E 0 BEOBERFREAR 100C - E&HFR AD-A0)

T AR PR R SR FE R (% o 1F NMA_water 248 F4ES4N0E] 4.10 - FMTTLUE
FITERE 4.8 FAHERYESS - [E 4.10 HYBEBRIFHE L EAEE 4.9 - FL P BER SORiE

&7 IR P(T)-PO)ER A(T)-A(O) et BB Rs ] 0 FEE Rl = ] 4.8 > [ 4.9

Jz [ 4.10 7] LU H &R B AR R I ] AL —EE R

&R S e S A BOE Y B R R &

4.4 55
TR TR PR 5 55 AT T G S R PR [ 5 g (A
(1) TESHESEHISHT » R I R AR R S B 2 175 O VRS S Rl

H IR RE 2 Pa T LR AL S 2D FEAHATHY 5 ps -
Q) FEARPLE K JhE SR R o ST =
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(1) BN A LUE—2P8gsg power spectrum £E Three-Stage Model[4] &7
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