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cations and nitrate (NO3) anions; b) dimethylammonium ([NH,(CHs),]") cations and nitrate (NO3)
anions located at the quadrilateral channels with both side lengths of 6.42 A; c) weak interactions
(C([NH2(CHs),]")---O(carboxyl): 3.54 A and 3.64 A) between [NH,(CHs),]" cations and adjacent
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Figure S3. The tritopic L2 linkers undergo remarkable changes from a nearly flat conformation
to a distorted non-coplanar conformation and result in a 3D framework with a (10, 3)-connected
topology, which contains a helical chain viewed along a axis.
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Figure S4. a) Strong hydrogen-bonding capacity of water molecules for promoting the formation
of helical chains and subsequent interpenetration for 4; b-c) crystal-lattice water molecules (O2W)
located near phenyl moieties might induce the rotation of phenyl moiety around C-C bond axis
and final the deflection of molecular topological structure; d-e) crystal-lattice water molecules
(O1W) promote the formation and stabilization of two-fold interpenetrating networks through
hydrogen-bonding to terminal oxygen atoms of uranyl centers from adjacent helical chains of 4.
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Figure S5. Simulated and experimental PXRD patterns for 1.
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Figure S6. Simulated and experimental PXRD patterns for 3.
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Figure S7. Simulated and experimental PXRD patterns for 4.
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Figure S8. IR spectrum of compound 1.
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Figure S9. IR spectrum of compound 3.
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Figure S10. IR spectrum of compound 4.
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Figure S11. Thermogravimetric analysis of compound 1.

600

700

800

100

80 |

Weigth(%)

0 L

100

200

300 400 500
o]
Tempreature( C)

Figure S12. Thermogravimetric analysis of compound 3.
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Figure S13. Thermogravimetric analysis of compound 4.



S2. Tables

Table S1. Selected bond distances (A) and angles (deg) of uranyl compounds 1-4.

U()-0(4)
U(D)-0(3)
O(4)=U(1)=0(4’)

U(1)-0(3)
U(1)-0(1)
U(1)-0(5)
U(1)-0(7)
0(3)=U(1)=0(4)

U(1)-0(1)
O(DH=U(1)=0(1")

U(1)-0(1)
U(1)-0(3)
O(D)=U(1)=0(1")

1.69(2)
2.48(2)
178.8(1)

1.763(18)
2.437(14)
2.497(14)
2.434(12)
179.2(7)

1.729(18)
180.0(0)

1.711(11)
2.466(7)
179.1(6)

1
U(1)-0(2)
U(1)-0(5)

2
U(1)-0(4)
U(1)-0(2)
U(2)-0(6)
U(1)-0(8)

3
U(1)-0(2)

4
U(1)-0(2)
U(1)-0(4)

2.47(2)
2.49(3)

1.645(18)
2.439(13)
2.452(13)
2.514(13)

2.447(10)

2.471(7)
2.444(7)




