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Figure S1. MS? spectra from 77 PSMs of synthetic spectra which were identified as true by ionFinder and classified

as true in the ground truth dataset.
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Figure S2.

classified as true in the ground truth dataset.
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Ground truth: true, ionFinder classification: ambiguous
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Ground truth: true, ionFinder classification: ambiguous
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Figure S3. MS? spectra from 6 PSMs of synthetic spectra which were
classified as true in the ground truth dataset.
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Ground truth: false, ionFinder classification: true
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Figure S4. MS? spectra from 11 PSMs of synthetic spectra which were identified as true by ionFinder and classified
as false in the ground truth dataset.
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Ground truth: false, ionFinder classification: likely
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Figure S6. MS? spectra from 64 PSMs of synthetic spectra which were identified as ambiguous by ionFinder and
classified as false in the ground truth dataset.
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Figure S7. MS? spectra from 3 PSMs of synthetic spectra which were identified as false by ionFinder and classified
as false in the ground truth dataset.
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Figure S8. Number of overlapping citrulline containing (A) proteins and (B) peptides in this work, Lee et al.,!
and Chaerkady et al.?

References

(1) Lee, C.Y.; Wang, D.; Wilhelm, M.; Zolg, D. P.; Schmidt, T.; Schnatbaum, K.; Reimer, U.; Ponten, F.; Uhlen,
M.; Hahne, H.; Kuster, B. Mining the Human Tissue Proteome for Protein Citrullination. Mol Cell Proteomics
2018, 17, 1378-1391.

(2) Chaerkady, R.; Zhou, Y.; Delmar, J. A.; Weng, S. H. S.; Wang, J.; Awasthi, S.; Sims, D.; Bowen, M. A.; Yu,
W.; Cazares, L. H.; Sims, G. P.; Hess, S. Characterization of Citrullination Sites in Neutrophils and Mast Cells
Activated by Tonomycin via Integration of Mass Spectrometry and Machine Learning. J Proteome Res 2021,
20, 3150-3164.

S71



