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Xmm

E 2 Pul, MHERNBER
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Fi B3LYP/SDD % £ {Z o 7 % %t PuH, &7 fE
FZESHTHRMAHE, HFHAL—AHLKXFER. B
2, 3 BMIE PuH, BY5r BT %68 R ) 1Y S E HfE
B, EfEwimEN T PuH, KT K2 £
Pu-H #45 Pu-H B AR HGEE, NEPRK
18 L 4% 8 PuH, (X'B1) B 5 45 H) (Rpn =
0.203722 nm) M W H B E K 4. 46988eV. 1 H
EFRASMEEY £ Put+H, —~Pul, BEH AT
T, SXULER Pu BT 5 H, 89K N2 %A B85 H
. B3 RIE Ryw =0.32308nm[E EE X B L,
Pull ¥4 HHEEMEEHER: BhElhL
AT PuH, (X7BL) B i 45 19 G0 RR 48, B B DM
B Co AR/, A XEAEM AR T Pul, B
Co 4EMFEIE,  PuH. KR M B 1R 4R B T8
.

H B3LYP Jy k43 5%t PuH #1 PuH, #Ef7{i1k,
BHHESTFHEBEMR SN DA C,. &IH
PEFM =R FRigw R EHZEmREAH
WHIE, ST =R FarF RN 557 258 ok %L,
FREEREERMEA T PSS mm R RER

KR, FHEHERKESFHEBE TR T Pul(F) +
H, (X'S5) BB %88 T 3 S 510, 78 31X 26 B8
B TS, R XAHE PuCF)
+ H(X'S0) 4 F R BB 2t B R AT B

2 TREIF

ZRF RS TR
DFREBEBA N T EERS FEWE 5Tt
W, MARMRENESENER, HERENR
EFEMHEERFASFHES M IETRE. R
FEWHBEEER, AAfkBE R Fsshh®E, U
HalmbE, ERERMENEEAEE, — T EAE
EHGEREEEMESS. A2RE5VE. K
NIRAEE). REPRER T . RESXAES )
FRAENEWE, H—FELEEEENEE R
EIPIE 30N

EFECEWRET, TTUEBITARIRR, R,
R FRNE S RE R EAY 12 4 Hamilton B 3) 5 2 10
T:

2.1

FRASM 12 MFRE R RO 2R P ABC =
BT HRATESRER V(Ry, R Ru) LiEHE
By, Biaix 12 AAFEREERE, KNisE
HOABC =h Tk R PRSP, 58 R
W, RAEEES, MBI F 4 FKF L
FALE R R Bl 2.

Q =-P,, (=1.2.3,
e
Q =P, (=4,5,6),
HALBC
I . 1 me me aV(RAB 7RBC 9R(‘A) _Q_)
P, = Ry mg+ me (mB —+ mgQJ T Qs > IR .5 +RAB
::)V(RAB ,RB(‘ yRCA ) 1 me ne _ .
IR 5 + Rey my +me <mﬁ -+ mgQJ Qe ) (15
aV(R.w vRB(‘yRCA) .
9RCA s (] 17253)7
S 1 me aV(Rw ORBC 7RCA) _ L me o .
b= m (’"B + mCQI ™ Qi ) IR iz Rea (mB + chJ Qs >
9V(RAB yRBC 7R(:4) T
BRCA ’ (] 4’576).

M S HERmEUE, 12 AR ABRRA
Runge-Kutta-Gill (RKG) 7 # #ii Adms-Moulton
(AMDFBBA R ITRERS KR HERARE
HEARANEZBRPRITERT.

HFRW A+BC—>AB+C & A+ BC—ABC,
BETEABAFAEHERENILE, @ TEMN
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REHERRWILE P MV &Eo,

PCE ,V.J.6) = lim

b,

max

a(E V.]) = 27\'J P(E,.V,].,b)bdh = nb°,. lim

"

Hoeb b, MBS KAl S 8. @ SO RN BB & 4
FrRiF kR E. AP NSN, 2N EiTHE
HIELA 518 € £ B 8. E. A4 36 A4E 3 F
Bife. V. J o kiR s R EE sh B R

TR A+BC>AB+C, A+BC>A-+BC fil
A+ BC>AC B 748 AB. BC H1 AC TR, ¥
ENRELR S fi, AU AXTRIE V. ) FEIBERER,
RS L ek . ¥ h SR L kT3040 Fi.

WL BB b, BRI RE— W UR P
HRE E & — RYB RS HE . i BN A7 4b
T Al SRt R R A I U SRR S 0 4 R T X B Y
BFENEKWEESE b Ra, SHESHEM
0 ba ZHIBEHLEREE . F 8 20000 RBLE, fERT
BN M Nr

2.2 PuH, (b RO4ELE L5y I Righ J12F
AR RIAEZ LA Monte-Carlo 8L B 0195 T

PuCF) + H, (X'Z; )—> -

B I AT B A8 218 PuH. 5y F A9 42 25 8] 8 47
HEERL, WEAS)NE T 12 MRS F A,
RN REHAR Put+H, (X'S)) AL,
A X X B B B SE 0 BT BT LA A4 B R R 4 G 4y
Hi SVIEEHBER L FE. Put+H, (X'SH) RE Y
MR W5, 194

KT HENRMN PuCF ) +H, (v=7=0) 4 ®%

IV,(E[9V¢J ’IJ)
we NCELV.J.0)°

PuH(X*3H+ HES,)
Pul'F) + H. (X'3)
PuH (X*3)+ HES)
PuH, (X' B,)
‘PuCFp) +2HESY)

(169

N.(E,..V.])
v N(E,.V.]'

(17)
PuCF)+H, (X'S) MEF 59 FIsh /¥
B, ERORERERY L, 2P 7 AR R
RIALEE . XSRS T f Pu bR R W B VLA 17
HEE X

FIH MonteCarlo MM EF mH 4 &.
Pul F IR I6-FahRE A 5 K. 4. 184, 11,81,
83.68. 209.2, 251.04, 292. 88, 118.1,
627.6. 836. 8, 1046. 0 M 1255. 2 kl/mol. Hi
General Trajectory Program if & | Pu 4+ H.
(X'S, O AWM S FRUES h%¥ B EA H
X'S) PGB FHRE RN 0. PuIE 75 H
(X'Z) BEALHWEH H®’A p=2mm, H
S5 e R 3 L A K A R A VM ¥ BT Monte
Carlo T EEFEHLIEE . 6 £ 0 -br Z M4 5] 40 .

MF Pu CFO+H. (XS, ) 14 F Bl RN ™
WE LR GEE

Channel 1
Channel 2
Channel 3 (18)
Channel 1

Channel 5

FY(PuH) R ZHITR PuCFO+ HH (o)
=0) >PuH +H K@ &, iF8 T KRARY
MRS RN, EHAHSIT AR
TERE v, J M by LSRR AR 8 L
AOYFMUDRTE, EF6MTicskT PutH, »
PuH. il Pu-+H,—>PuH+H 15 i & 8.
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£S5 PutH, (X' REFWWHSH

E./(k] « mol=1) Benay /T Channel 1 Channel 2 Channel 3 Channel 4 Channel 5
4.184 0.68 9725 9778
41, 84 0.54 16505 3279
83. 68 0.50 19525 440
209. 2 0, 44 19991 9
251,04 0.11 2 19992 1 4
292, 88 0.16 949 18090 961
418.4 0. 24 735 18304 961
627.6 0. 25 262 18440 372 926
836. 8 0.24 100 18120 60 1720
1046 0.23 10 17969 27 1964
1255.2 0,22 13 17826 7 2154
#£6 Put+H,—~PuH, M HE
E/Ck] + mol™) 4.184 41. 84 83. 68 209, 2 251,04
by /M 0. 68 0. 54 0.50 0. 44 0. 11
o, /nm’ 0.710212 0. 150193 0.01727876 0. 000274 7. 6E-06
%7 PutH,~PuH+H MR EHE
E./(k] + mol™" 251, 04 292. 88 418.4 627.6 836. 8 1046 1255. 2
By / B 0.11 0.16 0. 24 0. 25 0. 24 0.23 0.22
5,/107% nm? 5. 7E-06 0. 00768 0. 01535 0. 00622 0. 00145 0. 00056 0. 00015
0.8 0.030
07l n @ 0.0251 o
0.6 0.020-
0.5
E oa Pu+H,— Pu,H % 0.0151 /-\\ Pu+H,—PuH+H
® 03] B 00107 AN
02 mw/ .
oJ ™~ 0.0004 \\\x‘ﬂ—‘ﬂ
0.0- \' — ~0.0051
-0.1+— y T r T . -0.010 7 7 — — r
0 50 100 150 200 250 400 600 800 1000 1200

E/{kJemol ™)

E//(kJ-mol™)

B4 Putl,>PuH, SPlHHEREARERTAHAS
(a) Pu+H.—+Pu;H; (b) Pu+H;—~PuH+H

M6 M7, BAIPTUER: HE H4 184—
251, 04k]J/mol B}, Pu-+ H, = PuH, ¥} I # H FE
Pu JRF B A F e nmi . X fERAE
BT, EPRELEERBARI N, WE 4. ZH§E
EE E, & 251. 04—836. 8 kJ/mol B}, Pu+ H,—

PuH+H e AR, Brid, WsR A
BEE. HEER Pu R T 0% 5% 3h BE i 3% i
tn, BRI ESNEENR 418. 4k)/mol J§, KREBE T
By, EmEmEK, BAEREHET, HoTF
FirwrHN, Ho A FHEMREER 4. 7474 eV, B
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158, 0 kJ,/mol. X &R F RIS,

MEFEME RN TILE B, ERGETE
(1.181 251,04 kJ/mol) & B Pu+ H, —>PuH, &
SR G M ORE B AR R M. TE OBE I BE 82 3
251,016 k] ‘moliif -t 47 & e & K. PuH + H 7= 4,
{HURE 22 8 R ) 48 TRT G /D F A AR 2 A 0 0 R 1 #R
ML XS EMRBERT R A IR A B . T KR
W TP A& A AR % T o - e,

3 Wiehegig

W% 12 oA Y BRI0 J5 i B3LYP 4 313F PuH
Pul. B8 B 5 70 5k A 4 ) ok

(XPS) RGO (XTB) M H i3, R £
W AMHIE ik IR T CEFASTFREEN L
RERREL. XA REREHEM M A T P Eia S
RINRER KR, B T PuCF) + H(X'SH) BRI
M#RE AR A REAE, (ERETE RS, B CEE
2B

e ee 7y KO 8 12 T PuCF) +
He (XPE ) MR, BRIEJRET PuCF,) +
H. (X'S, )-» PuH. (X'B,) 288 8 & T 58 68 )= 1
i flf 53 BB 4 15 2 251 k) mol Z I 4R PR AS R R
WA, PuH (XU S)H-+ HCES) o B8 W B8 E
{CH/ENER 4 PuH BHEHE 22— X558
S Ak 12 T3 1% fi] 5 bkﬁ’] B S, MAFER
g PaH.. XS H E R 5.

B8 T mﬂf& AR E R LAY 51 @TF]EL
BUTHRAAERAEE R, B FHEBHLERGRE
A1 Gibbs R B L AG. S HH T4 T ﬁ&
Cdonor )y 4% F K Cacceptor) 1Y HL &5 34 2 22, %t
Pull. I,(Pw - I,(H)=6,063—13.575=—7.512
V- - 721 84 k]/mol. Ti%f PuH,, I[,(Puw)— I,
(H.) = 6. 063 — 15, 1259 = — 0, 3629 eV =
=903, 13k)/mol, W ERA S FBABR A BT
RO AT AMR O H B E . FO
WP RORE DY . AU TR i%E
TR ORI ) B BT T RE Y &

HAL G R F T BRI, R ITE R ®
FZREMFEAT RA, Ry e E S EEE
EN7-9'8

oo
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