Table S1. Inhibition of recombinant LmARG by benzimidazole derivatives.
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Figure S1. '"H NMR (Acetone-ds; 300 MHz). Methyl (5-chloro-1-methyl-1H-benzimidazol-2-yl)carbamate (1).
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Figure S2. MS (EI*) m/z: 239 [M]*. Methyl (5-chloro-1-methyl-1H-benzimidazol-2-yl)carbamate (1).
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Figure S3. '"H NMR (DMSO-ds; 400 MHz). 6-Chloro-2-(methylthio)-1H-benzimidazole-5-carboxamide (2).

7.51
7.49

_< .

A
ci NH CHg

1000

—7.51
—7.49

500

&S 0

7.56 7.54 7.52 7.50
1 (ppm)

[ 2400
2300
2200
2100

~-2.50 DMSO-d6

~2.65

2000
1900
1800
1700
1600
1500
1400
1300
1200
1100
1000
900
800
700
[ 600
500
[ 400
300

200
100

o

1.0
1.0

-100

3.13- &

~-200

Figure S4. '"H NMR (DMSO-ds + D20; 400 MHz). 6-Chloro-2-(methylthio)-1H-benzimidazole-5-carboxamide (2).
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Figure S5. 3C NMR (DMSO-ds; 100 MHZz)6-Chloro-2-(methylthio)-1H-benzimidazole-5-carboxamide (2).
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Figure S6. MS (DART?) m/z: 242 [M+H]*. 6-Chloro-2-(methylthio)-1H-benzimidazole-5-carboxamide (2).
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Figure S7. HRMS (DART) cal. [CoHsCINsOS +H] 242.01549, found 242.01566. 6-Chloro-2-(methylthio)-1H-

benzimidazole-5-carboxamide (2).
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Figure S8. 'TH NMR (DMSO-ds; 300 MHz. Methyl 2-((2-(2-carbamoylhydrazineylidene)ethyl)thio)-5-chloro-1-
methyl-1H-benzimidazole-6-carboxylate (3).
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Figure S9. ®C NMR (DMSO-ds; 75 MHz). Methyl 2-((2-(2-carbamoylhydrazineylidene)ethyl)thio)-5-chloro-1-
methyl-1H-benzimidazole-6-carboxylate (3).
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Figure S10. MS (ESI*): m/z 378 [M+Na]*. Methyl 2-((2-(2-carbamoylhydrazineylidene)ethyl)thio)-5-chloro-1-
methyl-1H-benzimidazole-6-carboxylate (3).
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Figure S11. "TH NMR (DMSO-ds; 300 MHz). 6-Chloro-2-(methylthio)-5-(piperazin-1-yl)-1H-benzimidazole
(6)-
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Figure S12. 'TH NMR (DMSO-ds + D20; 300 MHz)6-Chloro-2-(methylthio)-5-(piperazin-1-yl)-1H-benzimidazole
(6).
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Figure $13.°C NMR (DMSO-ds; 75 MHz). 6-Chloro-2-(methylthio)-5-(piperazin-1-yl)-1H-benzimidazole (6).
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Figure S14. MS (EI*) m/z: 282 [M]*. 6-Chloro-2-(methylthio)-5-(piperazin-1-yl)-1H-benzimidazole (6).
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Figure S15. 'H NMR (DMSO-ds;
benzimidazole-6-carboxylate (7).
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Figure S16. *C NMR (DMSO-ds; 100 MHz). Methyl 5-chloro-2-((2-guanidinoethyl)thio)-1-methyl-1H-

benzimidazole-6-carboxylate (7).
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Figure S17. MS (ESI*): m/z 342 [M+H]*.Methyl 5-chloro-2-((2-guanidinoethyl)thio)-1-methyl-1H-benzimidazole-
6-carboxylate (7).
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Figure S18."H NMR (CDCls; 300 MHz. Methy]l (6-chloro-1-methyl-1H-benzimidazol-2-yl)carbamate (8).
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Figure S20. '"H NMR (DMSO-ds; 300 MHz). Methyl (1-methyl-5-(propylthio)-1H-benzimidazol-2-yl)carbamate
9
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Figure 521.13C NMR (DMSO-ds; 75 MHz). Methyl (1-methyl-5-(propylthio)-1H-benzimidazol-2-yl)carbamate (9).
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Figure S22. MS (FAB*): m/z 280
yl)carbamate (9).

(o} CHz
S N o/
HGC/\/ \
| >—NH
N
\
CHg
'
282
s i 255 it 3 .
300 350 ‘00 +s0 500 550 500 550

[M+H] *. Methyl (1-methyl-5-(propylthio)-1H-benzimidazol-2-



