[bookmark: _Hlk227062682][bookmark: _Hlk216356109]pH-Responsive in Situ Antigen Capture and Cytosolic Delivery Synergize to Elicit Robust Systemic Antitumor Immunity
Zhuoling Bi1, 2, a, Shucheng Zhang2, a, Guanyu Jin2, Zhaofan Yang2, Shanyi Lin2, Lanqing Wang2, Bingzheng Yu2, Luyao Wang2, Yuanzhen Su2, Sijun Xiang2, Xinyu Xiang2, Letian Lv2, Tianlin Lao2, Jianfeng Zhou1, Shixian Lv2, *, Xiaozhi Rong1, *
1. Key Laboratory of Marine Drugs (Ocean University of China), Chinese Ministry of Education, and School of Medicine and Pharmacy, Ocean University of China, Qingdao, 266003, China.
2. School of Materials Science and Engineering and Key Laboratory of Polymer Chemistry and Physics of Ministry of Education, Peking University, Beijing, 100871, China.
a. These authors contributed equally to this work.
*Corresponding author: lvshixian@pku.edu.cn (Shixian Lv), rongxiaozhi@ouc.edu.cn (Xiaozhi Rong)


[image: ]
Figure S1. 1H NMR of PEG-DIPAMA-TAT
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 Figure S2. GPC traces of PEG-DIPAMA-TAT
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Figure S3. Hemolysis rate in the supernatant after incubating different concentration of PDiT with rat red blood cells at 37°C for 30 min under different pH conditions (7.4, 6.8, 5.5), n = 3 biological replicates.
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[bookmark: _Hlk226998866]Figure S4. Quantitative analysis of protein capture by PDiT under different pH conditions. Data are presented as mean ± SD (n = 3 biological replicates). Statistical analysis was performed using student’s t-test.
[bookmark: _Hlk213248650][bookmark: _Hlk227050954] [image: ] 
Figure S5. CCK-8 Cell Viability Assay of DC2.4 cells after incubation with PDiT at 24 h (n = 3 biological replicates). 
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[bookmark: _Hlk227003774]Figure S6. FCM analysis of H-2Kb-SIINFEKL+ cells in CD11c+ DC2.4 cells (n = 3 biological replicates).
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Figure S7. Gating strategies used for FCM analysis of CD80+ CD86+, CD40+, MHC-I+ cells in BMDCs.
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[bookmark: _Hlk227061388]Figure S8. (a) The diameter and PDI of PDiT released from the gel were measured by DLS in PBS at 37 °C for 0, 1, 3, 5, and 7 days. (b) Release profiles of DOX and PDiT from the gel. Data are presented as mean ± SD (n = 3 independent replicates).
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Figure S9. CCK-8 Cell Viability Assay of (a) 4T1 and (b) NIH-3T3 cells after incubation with PDiT or extracts prepared from different hydrogel formulations at 24 h (n = 3 biological replicates). Data are presented as mean ± SD.
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Figure S10. H&E staining analysis of heart, liver, spleen, kidney and lung from each group. Scale bar: 50 μm. 
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[bookmark: _Hlk227016373]Figure S11. Representative immunofluorescence images of tumor sections collected from the postoperative recurrence model after treatment with PBS@Gel, DOX@Gel, or DOX/PDiT@Gel. Red, CRT; green, HMGB1; blue, DAPI. Scale bar = 25 μm.
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Figure S12. Gating strategies used for FCM analysis of DCs in tumor.
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Figure S13. Gating strategies used for FCM analysis of DCs in lymph node.
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Figure S14. Gating strategies used for FCM analysis of T cells in lymph node.
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Figure S15. Gating strategies used for FCM analysis of Tem and Tcm in spleen.
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Figure S16. Gating strategies used for FCM analysis of CD69+ T cells in spleen. 
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Figure S17. Gating strategies used for FCM analysis of cytokines in spleen.

Table S1. GPC results of PEG-DIPAMA-TAT
	Mn
	Mw
	Mz
	Mz1
	Poly-dispersity

	15127
	22715
	37373
	61974
	1.50165
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