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Fig. S1 The formation of 2-D layers constructed from N-H:--S H-bonds in 1 (a) and 2
(b).



Fig. S2 3-D H-bonding network structure in 5. All H bonded to C atoms are omitted

for clarity.
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Fig. S3 Photocurrent density versus time of 1-3 at 0.6 V potential.



1

’\
_ U MNQ'LUN’J N ST N ST DNV

Simulated

10 20 30 40 50 60 70

2 Theta/©
JU‘@'M‘LLMWWNWW?MW
Simulated
_
10 20 30 40 50 60 70
2 Theta/©

\JMU.JJUDMWW

J Simulated

10 20 30 40 50 60 70
2 Theta/©




|
(VYT YN

JU Simulated

10 20 30 40 50 60 70
2 Theta/©

|
J UJMWJ LIM\N'VWW

_J

b, et
10 20 30 40 50 60 70
2 Theta/©

U‘UJUN‘"\U"J v\/N"JbL‘I‘J\)m"‘‘‘J\J‘J\V\/'\nw\r\/w\.ﬂ\lJ ’W

Simulated
)

10 20 30 40 50 60 70
2 Theta/©

L

Fig. S5 Simulated, experimental powder XRD patterns of polycrystalline samples of
1-6.

Table S1 Hydrogen bonds for 1 [A and deg].

D-H-A d(D-H) d(H-+-A) dD-A) <(DHA)
N(1)-H(1A)--S(3)#1  0.90 2.64 3.542(3) 1752
N(1)-H(1B)---S(3)  0.90 2.60 3.4743)  163.0
N(@2)-HQA)--S(2)#2  0.90 2.87 3.658(3) 1474

N(2)-H(2B)---S(2)#3  0.90 2.61 3.437(3) 1534



N(3)-HG3A)--S3)#1  0.90 2.85 3.733(4)  165.6
N(3)-H(3B)-S(3)#3  0.90 2.75 3.557(3) 149.2

Symmetry transformations used to generate equivalent atoms: (#1) -x+2,-y,-z+2; (#2)

X,-y+1/2,z+1/2; (#3) x,y,z+1.

Table S2 Hydrogen bonds for 2 [A and deg].

D-HA dD-H)  dH-A) dD-A) <(DHA)
N(4)-H(4AA)--S(2)#1  0.90 2.69 3.355(3)  132.0
N(4)-H(4AB)--S3)#1  0.90 2.61 3.497(3) 167.4
N(4)-H(4AB)---S(3)#1  0.90 2.61 3.497(3) 167.4
N(4)-H(4AA)--SQ)#1  0.90 2.69 3.355(3)  132.0
N(3)-H(3BC)--*SG3)#3  0.90 2.65 3.514(3)  160.6
N(3)-H(3BD) -S(3)#2 0.90 2.70 3.561(3) 159.8
N(3)-H(3BC)-*SG3)#3  0.90 2.65 3.514(3)  160.6
N(3)-H(3BD) -S3)#2 0.90 2.70 3.561(3) 159.8
N(1)-H(IBD)--S(2)  0.90 291 3.797(4)  167.1
N(1)-H(IBD)--S(2) ~ 0.90 291 3.797(4)  167.1

Symmetry transformations used to generate equivalent atoms: (#1) -x+1,-y+1,-z-1;

(#2) -x,-y+1,-z+1; (#3) x,y,z+1.

Table S3 Hydrogen bonds for 3 [A and deg].

D-H-A d(D-H) d(H-A) d(D-A) <(DHA)
N(2)-HQ2A)---S(1)#1  0.90 2.78 3.646(5) 1617
N(1)-H(1A)--S(2)#2 0.89 2.35 3.234(4) 1744
N(1)-H(I1C)--SQ)#3  0.89 2.72 3.578(4)  163.1
N(1)-H(1B)--S(1)#3 0.89 2.88 3379(4) 1169

Symmetry transformations used to generate equivalent atoms: (#1) x,y,z+1; (#2) -

x+1/2,y-1/2,-z+3; (#3) -x+1,-y,z+1.



Table S4 Hydrogen bonds for 4 [A and deg].

D-H A dD-H) dHA) dD--A) <(DHA)
N(1)-H(1A)*-Se(1)#2  0.90 2.91 3.674(7) 1443
N(1)-H(IB)*-Se(3)  0.90 3.05 3.802(7) 1426
N(2)-H(2A)*-Se(3)#2  0.90 2.77 3.634(7)  161.6
N(3)-HBA)--Se(1)#3  0.90 2.72 3.569(7) 157.5
N@3)-H3B)-Se(3)  0.90 2.89 3.720(7)  153.8
N(4)-H(4A)--Se(3)#3  0.90 3.06 3.863(7)  150.1
N@#)-H(4B)--O(1)#4  0.90 1.94 2.836(9) 177.0
N(5)-H(5A)-Se(1)#1  0.90 2.60 3.438(7) 1547
N(5)-H(5B)--Se(3)  0.90 2.60 3.485(7)  168.6

Symmetry transformations used to generate equivalent atoms: (#1) -x,-y,-z+2; (#2) x-

1/2,-y+1/2,2+1/2; (#3) x+1/2,-y+1/2,2+1/2; (#4) -x,-y,-z+3.

Table S5 Hydrogen bonds for 5 [A and deg].

D-H..A d(D-H) d(H..A) d(D..A) <(DHA)

N(1)-H(1A)..Se(3)  0.90 2.81 3.628(6) 151.0
N(1)-H(IB)...Se(1)#1  0.90 2.62 3.460(6)  155.1
N(2)-H(2A)...Se(1)#2  0.90 2.88 3.569(6) 134.7
N(2)-H(2B)...Se(3)#3  0.90 2.85 3.653(6)  149.5
N(3)-H(3C)...Se(1)#4  0.91 2.60 3.452(6) 1564
N(4)-H(4C)...Se(3) 091 2.64 3.511(6) 159.5
N(5)-H(5A)...0(D#5  0.90 2.06 2.942(7)  167.1
N(5)-H(5B)...Se(1)#1  0.90 2.82 3.605(6) 147.2

Symmetry transformations used to generate equivalent atoms: (#1) -x+1,-y+1,-z+2;

(#2) x,y,z-1; (#3) x-1/2,-y+3/2,2-1/2; (#4) x+1/2,-y+3/2,z-1/2; (#5) -x+1,-y+1,-z+1.

Table S6 Hydrogen bonds for 6 [A and deg].

D-H..A dD-H)  dH..A) dD..A) <(DHA)




N(1)-H(1A)...Se(3)#3 0.90 2.79 3.666(3) 164.7

N(1)-H(IB)...Se(1)#4 0.90 2.84 3.623(3)  145.7
N(2)-HQ2A)...Se(1)#5 0.90 2.88 3.647(3) 143.8
N(2)-H(2B)..Se(3)  0.90 2.88 3.590(3) 136.7
N(3)-H(3B)..Se(1)  0.90 2.92 3.7903) 163.1
N(4)-H(4A)...Se(1)#5  0.90 2.86 3.752(3)  169.2
N(4)-H(4B)..N(6)#2  0.90 221 3.020(5) 148.9
N(5)-H(5A)...S¢(3)#3  0.90 2.66 3363(3) 135.4
N(5)-H(5A)..N(6)  0.90 2.43 2.893(4) 112.4
N(5)-H(5B)..Se(3)  0.90 2.63 3.517(3)  169.0

N(6)-H(6D)...Se(2)#6 0.886(10) 2.83(2)  3.607(3) 147(4)
N(6)-H(6C)...Se(3)#3  0.891(10) 2.80(2)  3.651(4) 160(4)

Symmetry transformations used to generate equivalent atoms: (#1) -x+1,-y+1,-z+2;
(#2) -x+1,-y+2,-z+1; (#3) -x+1,-y+2,-z+2; (#4) x,y+1,z; (#5) -x,-y+1,-z+1; (#6)

x+1,y+1,z.



