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Fig. S1 Collision-induced fragmentation MS/MS spectra of [UO,(O,CMe)(phpao),]
(UO,Cy¢H51N,O4, m/z=723.20) : a) The phpao signal; b)[UO,(OH),(0,CMe)]- (UO,C,Hs0,);
c) [UO,(OH),(phpao)] (UO,Cy,H;;1N,03).
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Fig. S2 Chains (left) along the b axis and 2D layers (right) parallel to the (001) plane for
complex [(UO,),(0,)(0,CMe),(mepaoH),] (3). The dashed dark green and orange lines
indicate -1t interactions and Cjcetate methyi-H***Ourany H bonds.



Fig. S3 A part of the 3D architecture in the «crystal structure of complex
[(UO,),(0,)(0,CMe),(mepaocH),] (3). The dashed dark green, turquoise and orange lines
indicate m-m interactions, Coxime methyi-H***Ocoord.acetate @Nd  Cacetate methyi-H***Ouranyi H bonds,
respectively.

Table S1. Intermolecular H bonds in the crystal structures of 1-3

Interaction D-H---A? D--A (A) H---A (A) D-H---A(°) Symmetry
operation for A

Complex 1

06-H(06)---011 2.64 1.77 161.0 XYz
Complex 2

C1°-H1(C1) -Cyl 3.680(4) 3.17(5) 116(2) -x+1, y+1, -z+1
Complex 3

C1¢-HB(C1)---05 3.45 2.59 146.3 x, -y+0.5, z+0.5

C9¢-HC(C9)---03 3.28 2.55 131.9 -X+2,-y, -z

2 D=donor, A=acceptor; ® C1 is the methyl carbon atom of mepao-, not labelled in Fig.4. ¢ C1 is the methyl carbon
of mepao-, not labelled in Fig.6. 4 C9 is the methyl carbon atom of MeCO,", not labelled in Fig.6.



