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Figure S1. UPLC-QTOF MS total ion chromatograms in ESI- of six tea tissues. 
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[bookmark: _Hlk515456191]Figure S2. Mean peak area abundance values (±SD) of (A) procyanidin dimers, (B) prodelphinidin dimers, (C) procyanidin-prodelphinidin dimers, (D) propelargonidin dimers, (E) procyanidin trimers and (F) procyanidin tetramers in tea plant tissues. Different letters on top of the vertical bars indicate significant differences among the samples, which were determined by Tukey’s HSD test at p<0.05.
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Figure S3. Reconstructed ion chromatograms and MS/MS fragmentation of putative procyanidin trimers. (A) Reconstructed ion chromatograms of compounds 14, 15 and 20. (B) MS/MS spectrum of compound 14 in ESI-. (C) MS/MS spectrum of compound 15 in ESI-. (D) MS/MS spectrum of compound 20 in ESI-.
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Figure S4. Reconstructed ion chromatograms and MS/MS fragmentation of putative procyanidin tetramers. (A) Reconstructed ion chromatograms of compounds 18, 19 and 23. (B) MS/MS spectrum of compound 18 in ESI-. (C) MS/MS spectrum of compound 19 in ESI-. (D) MS/MS spectrum of compound 23 in ESI-.
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Figure S5. CID-MS/MS spectrum of compound 22 in the ESI- mode.
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Figure S6.  Reconstructed ion chromatograms and MS/MS fragmentation of kaempferol hexose-deoxyhexose-hexose. (A) Reconstructed ion chromatograms of compounds 37 and 39. (B) MS/MS spectrum of compound 37 in ESI+. (C) MS/MS spectrum of compound 39 in ESI+. Inlets showed the UV spectra of compounds 37 (B) and 39 (C). AU, absorption unit. 
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Figure S7.  Reconstructed ion chromatograms and MS/MS fragmentation of capilliposide I (also known as quercetin 3-O-[-D-glucopyranosyl (1-3)-(4-coumaroyl)--L-rhamopyransoyl (1-6)]-[-L-rhamnopyranosyl (1-2)]--D-galactopyranoside). (A) Reconstructed ion chromatograms of compounds 44 and 47. (B) MS/MS spectrum of compound 44 in ESI-.
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[bookmark: _GoBack]Figure S8. Mean peak area abundance values (±SD) of (A) kaempferol glycosides, (B) quercetin glycosides, (C) myricetin glycosides and (D) isorhamnetin glycosides in tea plant tissues. Different letters on top of the vertical bars indicate significant differences among the samples, which were determined by Tukey’s HSD test at p<0.05.
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Figure S9. CID-MS/MS spectrum of compound 62, a putative di-p-coumaroylputrescine, detected from tea flowers. 
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A. Procyanidin (PC) dimers
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