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Table S1 with xyz coordinates of U, @Cgy lowest minimum, Figures S1-S2 with IR
and Raman spectra of U, @Cs, lowest minimum. Figure S3 with Laplacian of spin
density for U,@Cg, Figures S4-S8 with frontier molecular orbitals for "U,@C, (n =
60, 70, 80, 84, 90) compounds.




Table S1. The structure of the lowest calculated isomer 7U,@Cg:7. Cartesian
coordinates in A. Calculated at BP86/SVP/ECP level.
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4.012159 -0.613798 1.230972
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1.025111  2.925890 2.756741
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0.120599  4.080884 0.771875
-0.313041  2.627582  3.204774
-2.562707  2.091700 2.380179
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-1.081631 -0.969923  3.883522
-2.526558 0.839110  3.084000
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C -4.012159 0.613798 -1.230972
C -4.012148 0.586182 1.244402
C -4.336323 -0.124508 -0.001368

Table S1. cont.

C -3.932909 -1.534964 -0.017108
C -2.048311 3.589778 0.040076
C -3.442137 1942410 1.243862
C -3.137236  2.660259 0.029703
C -3.442153 1969675 -1.200171
U 1.946942 -0.003003 -0.000049
U -1.946942 0.003003 0.000049
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Figure S1. Simulated IR spectrum of the lowest calculated isomer "U,@Cgo:7.

Calculated at BP86/SVP/ECP level.
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Figure S2. Simulated Raman spectrum of the lowest calculated isomer "U,@Cso:7.

Calculated at BP86/SVP/ECP level.




Figure S3. Visualization of the Laplacian of spin density for U,@Csg in two
directions. The f-orbitals on uranium atoms are clearly evident.
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Figure S4. Frontier MOs of 7U,@Cgo. Legend: A = alpha, B = beta, NB = U-U non-
bonding, BD = U-U bonding.
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Figure S5. Frontier MOs of "U,@C-. Legend: A = alpha, B = beta, NB = U-U non-
bonding, BD = U-U bonding.



MO-272A, BD MO-271A, BD MO-270A, BD

”

MO-2698, NB MO-268B, NB MO-2678, NB

Figure S6. Frontier MOs of "U,@Cyg. Legend: A = alpha, B = beta, NB = U-U non-
bonding, BD = U-U bonding, AB = antibonding.
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Figure S7. Frontier MOs of "U,@Cjs4. Legend: A=alpha, B=beta, NB=U-U non-
bonding, BD=U-U bonding.
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Figure S8. Frontier MOs of "U,@Cy. Legend: A=alpha, B=beta, NB=U-U non-
bonding, BD=U-U bonding, AB=antibonding.



