52 1 2003 1 Vol.52 No.1 January 2003
1000-3290/2003/52 01 /0067-05 ACTA PHYSICA SINICA (©2003 Chin. Phys. Soc.

PuH, DVM '

200092
2002 3 11 2002 5 28
—_— DVM Dirac
PuH, . PuH, Pu—H = 0.208617nm g°
H—H =115.011° —19838.6630 a.u. E. = -12.571eV.
PuH,
PACC 3310 7120 3120L
=3 Discrete Variational Method
1. DVM
94
94
PuH, H x 2 3
4—7
DVM
/
150°C 250°C, DVM Dirac
PuN.
PuH,
2.
Density Functional Theory DFT
Dirac

h_ei sbn,r/’t =0
4x4
h=c p+rB+Ver

" 10176022



68 52

Goo= Py by P b

a B P
c ¢ = .
137.037 Vr . 15°28°2p°3s3p°3d" 4’ 4p°4d" 41 587 5p° 5" 5£°65° 6p° 6d°
Hartree- 78 5d"51°65°6p° 6d°7s”
Fock-Slater Dirac-Slater 5t 565,°56,° . 6d
5f
Vr = Viur +V,r 1 Pu-6d . Kohn-Sham
1 .
V. r ~-3a3pr /87 " —59199.8125 a.u.
o r a = 0 Pu
0.66667 . Pu—H /HPuH PuH,
PuH,
PuH, C2v
1 X A,.
pr o= 20 b
Vor— g —or 3. PuH,
-V r .DVM
1 Dirac PuH,
Mulliken . ' Pu—H =0.208617mm  ¢° H—H
=115.011° - 19838.6630 a.u.
Ey = - 12.571eV.
1.
DVM 2 Dirac PuH,
Pu—H =0.20671nm g° H—H
Di- =114.98° - 100.597442 a.u..
rac o Ep.= —11.027 eV.
2.
1 Dirac
H-1S,,, Pu-5ty., Pu-5f, Pu-6ds Pu-6ds, Pu-7S,
0.98823 3.98177 2.79313 0.80272 0.77332 0.57556
/a.u. ~0.508 ~1.766 ~1.059 ~0.430 ~0.399 ~0.311
2 Dirac
H-1S,, Pu-5f5,, Pu-5f; Pu-6d;,, Pu-6ds,, Pu-751/2
0.99676 3.8026 1.7643 1.0652 1.0155 0.6398
/a.u. —-0.477 -5.106 -3.673 -1.347 -1.395 -0.792
3 0° H—H =115.011° Pu— - 100.597442a. u. 2 .
H  0.20771nm—0.20951nm 0.001907nm.
PuH, - 19838.6630a. .
u. R Pu—H =0.208617nm 1 . 8 4

R Pu—H =0.20671nm



1 PuH, DVM 69

-1.9838 -1. 9805
~1.9838 | f (H-H)=115.011° ] -1.9810 | Pu—I = 0. 208617 nm
_1. 9838 - g -1.9815 |
= o
] < -1.9820
«2 -1.9838 3
Z 33 -1.9825
# -1.9838 | R
#]® -1.9830 |
-1.9839 1 9835 |
-1.9839 -1. 9840 L . N . "
T 60 80 100 120 140 160 180
0.2076 0.2080 0.2084 0.2088 0.2092 0.2096 6 (H-H)/(")
Pu—H #4< /nm
3 Pu—H = 0.208617nm ®° H—H  90°—
1 ~ HPuH®° = 115.011° Dirac 180° Dirac
-96.0 .
-96.5 ] 1.1—1.2 eV
¢ (H—H)=114. 98°
-97.0 1 4.8—10.7 eV.
-97.5 1 3 eV
. -98.0 1
= ! 1 2 3 4 5
N 9857 1
#® a —12.761 —13.112 =13.790 - 14.269 —-14.613
R -99.0| g
9.5 b —12.645 —=13.074 —13.768 —14.275 —14.624
10,0 ] a —11.581 —11.834 - 12.385 —19.120 —25.284
~100.5 | b —11.524 —11.860 —12.387 —19.122 -25.286
-101.0 . . . - . s : . 1 .ab
0.2045 0.2055  0.2065 0.2075  0.2085
Pu—H #4< /nm
2 /HPuH0° = 114.98° Dirac
1 PuH,
g° H—H 90°—180°
0.98e .
115°
PuH, ‘ 165°  140° 515,54, 6dy, 6ds,, 7s
3 8.9 6
.Je
4 1S
56,56, 6y, 6d 2.9e.
52~ 4172 3/2 52
55, 58,6d, 6ds, 75
PuH, 6d
5f7/2
0.7—0.8e s
le 2 . 6 a.u. 6d3/2 6d5/2
0.57e 5.
0.26e >
10 a.u. 751/2 . 3986 5f7/2 2796
5f 7S 6d PuH,
. Sf5/2 5f7/2 6d3/2 6d5/2
5 PuH, E, Ts
1.55 eV. 2e 0.57e 5%,

3 . 6d3/2 6d5/2



70 52
5f7/2 leV
2eV
2 PuH,
1.00e
4 . R Pu—H =0.208617nm 5d - 6p
8.9265¢.  5fy, 3.98¢
4.03e 5t 2.80e .
2.72 6d,, 0.80e O-le=0.2e 5d  6p
6ds, 0. 77e 7s  0.54e—
62 Sm
0.60e
Sm
» 8.930
& 6 (H—-H)=115.011° 94 26
D 8.925}
: 68
5 8.920}
S
Y 8.915
_g 8.910 |
©
Ot 8.905
+N
5 8.900f
Lo
D 8.895 |
T
S 8.890 |
e 5.
S 8.885
[N . . . . .
0.2075 0.2080 0.2085 0.2090 0.2095 DVM
R(PuH)/nm
. Dirac .DVM
3
DVM
-3.27 -1.18eV PuH, Pu—H =
0.208617nm 0° H—H =115.011°
+4.96 +8.70eV. —19838.6630 a.u. E,=-12.571 eV.
1 YangZ Q Sun Q Ye L and Xie X D 1998 Acta Phys. Sin. 6 Wadt W R 1987 J. Chem. Phys. 86 339
Overseas Edition 7 851 7 Li Q et al 2001 Chinese Journal of Atomic and Molecular Physics18
2 Gulzari L. Malli and Jacek Styszynzki 1996 J. Phys. Chem.104 91 in Chinese 2001 18 91
1012 Umrigar C and Ellis D E 1980 Phys. Rev. B 21 852
3 Shen H X et al 2001 Acta Phys. Sin. 5095 in Chinese 9 Ellis D E 1982 J. Chem. Phys. 77 4051
2001 50 95 10 Brooks M S S et al 1984 Handbook on the physics and chemistry of
4 Hay P J and Martin R L. 1998 J. Chem. Phys. 109 3785 the actinides ed. by A. J. Freeman and G. H. Lander North-Hol-
5 Craw J S et al. 1995 J. Phys. Chem. 99 10181 land Physics Publishing vol 1 p189



1 PuH, DVM 71

Study on electronic structures of PuH, with DVM

Zhu Sheng-Xiang Li Rui  Yang Xiu-Wen  Xue Chun-Rong
Pohl Institute of Solid State Physics Tongji University ~ Shanghai 200092  China
Received 11 March 2002  revised manuscript received 28 May 2002

Abstract
There is very little data public about the molecular structures and molecular spectroscopy for plutonium hydride. The full-
electronic structures in the molecule PuH, are calculated with the discrete variational method DVM  based upon the density
functional theory. The optimal data of the ground level molecule PuH, is as follows bond angle H-H = 115.011° bond
length Pu-H =0.208617nm total orbital energy is — 19838.6630 a.u. Fermi energy level is — 12.571 e€V. The comparisons

of the results of full — electronic calculation with the frozen core calculation are given.
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