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Figure S1-1. ESI-HRMS spectrum of carltonine A (13).
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Figure S1-2. 'H NMR spectrum of carltonine A (13) in CDCL.
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Figure S1-3. 3C NMR spectrum of carltonine A (13) in CDCls.
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Figure S1-4. gCOSY spectrum of carltonine A (13) in CDCls.
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Figure S1-5. gHSQC spectrum of carltonine A (13) in CDCls.
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Figure S1-6. gHMBCAD spectrum of carltonine A (13) in CDCls.
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Figure S1-7. gH2BC spectrum of carltonine A (13) in CDCls.
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Figure S2-1. ESI-HRMS spectrum of carltonine B (14).
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Figure S2-2. '"H NMR spectrum of carltonine B (14) in CDCls.
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Figure S2-3. 3C NMR spectrum of carltonine B (14) in CDCls.
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Figure S2-4. gCOSY spectrum of carltonine B (14) in CDCls.
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Figure S2-5. gHSQC spectrum of carltonine B (14) in CDCls.
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Figure 52-6. gHMBCAD spectrum of carltonine B (14) in CDCls.
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Figure S2-7. gH2BC spectrum of carltonine B (14) in CDCls.
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Figure S3-1. ESI-HRMS spectrum of carltonine C (15).
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Figure S3-2. 'H NMR spectrum of carltonine C (15) in CDCls.
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Figure S3-3. 3C NMR spectrum of carltonine C (15) in CDCls.

r4.5

r5.0

r5.5

r6.0

r6.5

7.0

T T T T T T T T T T T T T T T T T T T T T T T T T T T T T
74 7.2706.86.6646.26.0585654525.04.846444.24.038363.43230282624222018

2 (ppm)

Figure S3-4. gCOSY spectrum of carltonine C (15) in CDCls.
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Figure S3-5. gHSQC spectrum of carltonine C (15) in CDCls.
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Figure S3-6. gHMBCAD spectrum of carltonine C (15) in CDCls.
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Figure S3-7. gH2BC spectrum of carltonine C (15) in CDCls.
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Figure S3-8. "H NMR spectrum of carltonine C (15) in CDCls at 50 °C.
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Figure 53-9. 3C NMR spectrum of carltonine C (15) in CDCls at 50 °C.

S15



L)

His438a%

Glu197

His438 V

Glu197

Figure S4. Overlapped pseudo-enantiomers in the hBuChE active site and their topology difference:
(R)-13-(R)-14 (A), (S)-13-(R)-13 (B), (S)-13-(S)-14 (C), and (S)-14-(R)-14 (D). (R)-13, (S)-13, (R)-14, and
(5)-14 are shown in salmon, purple, green, and light blue, respectively. Catalytic triad residues are
portrayed in yellow.
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