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2.1 Ph,S*HI#

XA Po,S* T REFFEE A AT IO, A v A A =R AT BE R . (1)2 1
Pb R FZIEER 1 N SIRF,HAA C 008, K0 H,0; (2) ST — MR EE MM,
BZRWERELRTE, BF Do JHREE, BB CO(3)HA 24 Pb R FAHER, ERPH 1P
RBEFHS —RmEE—1 SIRT,. B0 TAEA C. 5. A BILYP FEX ER=FRHE
LA RHET 20, BRIWE RE 1 BR, BN RN KM E ST E (OP) \Mulliken B B
TEw EMMEXTRERTI TR 1 .

S

869 02510 Pb - 0.2459 S Pb Pb(2) 03180  Ppi(l) 02241 §

*

P Pb

1 sz 2 th 3 C-dv

1 PhS* ABEH LR

£1 RLM S ARMER

S* *t
R BRAE Vullken 8387 EMeEE T CR
Zi): : (eV)
Pb 0.730 Pb 0.486
1 Ca, 27, Pb-$S 0.145 0.0v
S -0.460 S 0.028
. Pb 0.823 P 0.570
2 Day, 1, Pb-S 0.166 0.289
S -0.645 S ~0.140
1)-8 0.449 Pb(1 0.549 Pb(1) -0.011
3 Coy n (1) ) (1) 1.791

Ph(1) - Pb(2) 0.037 _ P(2) 0.660 Ph(2) 0.968

0 F = - 459.408¢V

METARITTR, B C M D S HRENRWEKP - S HAE(OP:0. 145,
0.166), MiEA C. JFREFHERE Pb- S &AM (OP: 0.449), 3+ H Pb - Pb 8555 (OP:
0.038) . A3 1 Fr5IR9AIX BEB(E K/ AT BAE H, Ph,S* IR Rt IR ER B HEIBR 4 : €, >
Dop> Cuy. HULETHL, Ph,S* IR IR E RWIEERA Co, W FRHE . MR FA9 451 Mulliken
B HmRE,PRETFLELEPTKEBHIERM(+0.730e), MSHETFH A BEH A
(-0.486e) . ULBA Ph,S* ( Co, ) EIERY Pb JRF AT LAFE N SR o i B A TE PR PO , S0 6 o B 5 T
S R M BIE R B R N TG, SRR B . Pb JRF - B IE% BE 0.486,3% 8 Pb BT
WA RIE R B RN MTEE PO ZBENEER FERERNT:

Ph,S* ( Cp, ) BIFERYEE T 75 %A, , Hr B F A S : 1a,21b,72a,23a,22b,%1b,? 4a)', HOMO 4 4a,,
H1 S B 3p #1 Pb i 6p A%, BERNY - 10.036eV; LUMO 2 5a,, H1 S i 3p F1 Pb (4 6p FLE AR,
BER K - 7.646eV. HOMO - LUMO BEBZ2N 2.390eV.

2.2 PhStHI#E
Pb:S, * FIBE R BEEE R R A AR (1)3 4 Po JRFHE 24 SIRFRIJER 3 1 Pb #F, H
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STRRYER Dap; (2) 5 L—FhE5# e BEP K 2 4 P FFZ R WIERSHLE, BBIRA
Co I FRMERZ5H 5 (3) B 24 Pb JRFHI 2 4 S IR FHIE R FE T B 1 IO 7, e P iy 1
A SEFLEE#E 1A P ET , REWRE C Xk H; (4) Pb TS S EFHERREEE R
BHEN T, BE Dot (5) BHEA CXFRIEMN Pb,S (Co) RIL(INE 1 BiR) , RAHAL
A=A PhS (Cy,) BITH—4 Pb R FEBEE ChpMHRENEH; (6) SRIMEEML, B
B BICRE DR RBRIEREA Co RS . 3T LR S F R A R r i B 7 240
1k, BB LT RN A 2 Bros , HAER M E BB (OP) \Mulliken HLAT | B B2 FE A RE &
FIFR2H. NE 2 K2 TR, RE 2(C,,) 5 1(Dy) MR, BE NEERHEZEN . TE 2
(Co )G, C, 8 ERY Pb AT 5 S A Pb- SEAVEK L D, SWHK , BREL D5
55, M5 5MF Pb - S AV K A, EARE K. NE 2 BT LIE H, BRI 3(C,) PAEES
F Pb— S, HAER=A P RTH SIETS Pb B FHTRE LLEZERA Pb T H S TR Pb

- Sk IFH=EE SR TS5 Pb AU S5EsmAL K Pb BT K. MR, Pb(2) -S

(2)5 K8 0.2535nm, ~Pb(2) SPb(2) i 98.8°5 Pb,S* ( C,,) EI A B 9 4 0.2510nm, A
86. ML , L KR EI R WE € . T EA Day, CuM Co, Q)TN FHEIR T
G540, FE7ERIZE Pb - S 8, Horpum A Pb IR FRTALHY Pb - S RIS 8, SR BE K T [R] A9 Pb
-SEMEEE, ERE/N.

MNR2HMEMEEETUELELS, " AREAHREENRBEHEIRST R 2
(Cy) >3(Cy,) >6(Cy,) >4( Do) >5(Cx) > 1(Dy) , BIEA C M FRER R 2B AR
S, PhS, IR BN EEER ExFHES , PEFET T XKENIEBRM(+0.611e,

M2 5 gagm PMIL s gy Phi2)

4 Dy
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&2 RILK PS,* EKAIHER

PST i wTA ERESE e T
2 (eV)
P 0.751 b 0.382
1 Dy 2A Pb—S 0.106 : 1.578
h ., S -067 S -0.073
Pb(1)  0.611 Pb(1)  0.560
2 C 2g, P(1) S 0.067 Pb(2) 0.793 Pb(2)  0.206  0.0°
> Ph(2) - S 0.104 : : '

S -0.59 S 0.014
PB(1) - 5(1) 0.095 Pb(1)  0.597 Pb(1)  0.962
Pb(2) 0.885 Pbh(2) 0.041
3 Ca, 2, Pb(2) - S(1) 0.070 0.295
Ph(2) - 5(2) 0.165 S(1) -0.795 S(1) -0.036
h : S(2) -0.573 S(2) -0.009
Pb(1)  0.727 Pb(1)  0.819

4 D 2 (1) -8 0019 Pb(2)  0.768 Pb(2)  0.167  1.363
- T Ph(2) - S 0.294 : ' :
S  -0931 S -0.0%
Pb(1)  0.578 Pb(1)  0.858
Pbh(1)-$ 0.021
5 Ca 2, Pb(2) 0.746 Pb(2) 0.049  1.514
Pb(2) -S 0.283
S  —0.535 S 0.02
Pb(1)  0.705 Pb(1)  0.551
Pb(1) - S 0.086
6 Cy, 2B, Pb(2) 0.747 Pb(2) 0.328 0.955
Pb(2) - S 0.255
S -0.59 S -0.103

9 F=—832.284eV

+0.793¢), TifA LA R EEDTE S BT (- 0.599), {82 2 B 6% 3 o R 3 4% ST O 15 4
b HEEENE, C 3 LM Po R FER AR B REHE 57 (0.560) , 2 Bk B AR b
MO . ZRMEARNHERTERERET:

PhyS, " IR B & AR 2( Cyy) UL F 35028, B FAS N 16,2430, 12,48, -
2b,%5a,22b,*3b;23b," . HOMO 37 3b,, 1 S i 3p FI Pb i 6p BLEALR , BEEN - 9.379eV. LUMO X
4b,, H1 S # 3p F1 Pb 10 6p BB, BEE N - 7.854eV. HOMO - LUMO BEBR N 1.525eV.

2.3 PbS;*HIE

StF PhySs * I%E, AT T T AR RBFFEM 4K : (1) B 44 P R PR =M
AHA,34S FEFETF=AEN=ATEZ L, EmAE . B SEFEE3I NP ETF.3 AN
Pb FFIER 3T PoF, 440 Po EFEEINSEF. N TFZAENTL BN TRA G,
HEREE; (2) 1 34 Ph R T 534 SIEFHBARAAE,F 4 P EFSHFFIHBFENS BT
i, ER Po 5, BREE C, SRR ; Q) SR SR, 8BS 4 1 Pb R TR
FR, 2 5HPH— S FFHE, ERNEHWIRES C, 5IHRHE; (4) BFEA PhS, ERHF
R — S RTFHEMEER, EBAAE D RN TFEM . 4 5% RS HHT
R4, BRI LI E N 3 FiR, RN A E R E (OP) . Mulliken HLFT | B e % B FAHYT BB
BOTH 3D EEEENRE, BE ¢, XHRENE _FMBENE BB NE—FRR i)
BA G RN RAERRER . AR 3, N hERKVXWIEFER C, MirtEsE itk
K Co FRPEGH N 3,5 3 W AB B S T 768 Po R F B M, Pb-S &8
BRI, RN . BRI AT UER . SRHERNBERIFFN Cs > Dy > C, HH A
A CREH WA EE 9 Ph- SERNEE, T C RN RS Pb- S %R 7,
BARE . HILAT W, BEEPD - SEEEM, AR TR RAARBEHNER . Bik, 57H
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Fhil)

3 PhSt ABRRLATHR

| B3 RIH PhS,* EREIIER
PhySy* X AR E

MERE BTFS ERGE Muiliken A7 BemE
Zif 3 (eV)
Pb(1)  0.905 Pb(1) -0.003
Pb(1) - 0.072
1,2 Cs, 24, Pb(2)  0.700 Ph(2)  0.315 0.0?
Pb(2) -S 0.095
S -0.668 S . 0.019

Pb(1)  0.534 Pb(1)  0.971
Pb(1) - (1) 0.164
Pb(2)  0.832 Pb(2) 0.020
Pb(2) - S(1) 0.052
3 Gz, 2B, PH(2) - 5(2) 0.1 Pb(3) 0.852 Ph(3) -0.002 0.937
(1) -0.74 S(1) -0.026

Pb(3) - S(2 0.124
(3)-5(2) S(2) -0.640 S(2) 0.008
. Pb 0.746 Pb 0.746
Pb-5(1) 0.042

4 Dy ’B, (1) -0.871 S(1) -0.871  0.8%7
Pb-5(2) 0.174
S(2) -0.557 S(2) -0.557

OF = - 1205.163eV

LMHEHASEHERE. RHEPLS (CG)F M EPRFEP T KBKIERER
(+0.905¢) ,{E RAR/ DY AIEEE M (-0.003), Btk FE LI EE K NAEEPL, TS
BEFHTHEREZHAET (- 0.668e) ML FERRMAEE PO ZBARNEE BTN
2T

PbyS;* (Cs,) B RA M FAEN: 1alzle42a122e433123e443121a224e45e45a12
5a,'. HOMO ¥y 5a,, 1 S i) 3p #1 Pb i) 6p HBLEL, BEE K - 8.923eV;LUMO 6ar, H1 S B 3p
1 Pb B4 6p PUBELLEL, BE & — 7.583eV. HOMO - LUMO BEBZ M 1.3406V.

8 AR, B X E#E Pb,S,_  * (n =2~ )T REEMHTHE, BB T BREENR
FIRGEH, B PhyS* (Coy) PhsSy* ( Co ) PhuSy ™ (C3 ) S5 AX =R IR N Y B AR E 451 .
Y4 n>20f Pb,S,_,* BIEARER—HANGEH, WE XENTFFREMER P - S @4 H
B> AR FREB M. BEE Po - S BB IR BT BRI 5K 7 M0, 4 B R RS A .
Pb,S,.;* BI#ERY Pb R T EHFA KEMIE BB KE B HEH R, (F Z 7T LLBCA 3 B ROV
HHERNMAEER ;WS BFHABREHABAE, # 2 RN FEBRMAE©EP L.
Pb,S,_, "EIER LUMO BLiERERK, A A TR BB F, 485 Pb,S,_,* B R P
Pb,S, _ | BB AT LIS EFFE.
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Ab Initio Studies of Lead — Sulfur Binary
Pb,S,_1" (n=2~4) Clusters

CUI Meng FENG Ji-Kang® GE Mao-Fa  WANG Su-Fan  SUN Jia - Zhong
( State Key Laboratory of Theoretical and Compusational Chemistry, Institute of Theoretical Chemistry ,
Jilin University, Changchun, 130023)
LIU Jian - Bo GAQ Zhen KONG Fan - Ao
(State Key Laboratory of Molecular Reaction Dynamics , Institute of Chemistry , The Chinese Academy of Sciences , Beijing , 100080)

Abstract The possible structures of Pb,S,_;* (n =2 ~4) clusters have been studied by using density
functional theory (B3LYP) method. It shows that the most stable isomers are Ph,S* (Cy,), PhsS,*
(C,,) and PbyS;* (C3,) , The most stable forms of the clusters. Meanwhile, the energies of the lowest
unoccupied molecular orbitals (LUMO) are very low, this makes it easy for them to get an electron. It
demonstrates that the corresponding neutral clusters exist stably.

Keywords lead — sulfur binary clusters, geometrical structure, electronic structure

(Ed. SHEN Hong)



