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Fig. S1. Quality of the mass spectrometry used in this study. Shown are the mass spectrometry data obtained for the median P value of cross-linked product
2Y–170K (Table S1; P value = 7.9 × 10−11). (A) Mass spectra obtained for this peptide. Identified ions are shown in red; those not identified are in black. (B) Table
of predicted ions from this peptide. Identified ions are shown in red; those not identified are in black. Note the nearly complete Y- and B-ion series obtained.
(C) Heat map that assists in the identification of cross-linked species. The identified peptide is shown in red. The PsbP tyrosyl residues are shown on the y axis,
and lysyl residues are shown on the x axis. The additional putative cross-linked species identified (2Y–174K and 157Y–40K) exhibited P values > 1 × 10−3 and
consequently were rejected.
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Fig. S2. Radiolytic mapping of a PsbQ dimer. (A) View of face I of the PsbQ protein dimer, which is proposed to be more exposed to the bulk solvent. Two
unmodified domains, however, are evident and may interact with unidentified PS II components. (B) View of face II of the PsbQ protein dimer, which is
proposed to face the core components of PS II. Labeling is primarily observed at the periphery of the dimer. The two PsbQ molecules are shown as light and
dark green. Oxidatively modified residues are shown in light pink and magenta spheres. The lysyl residues 98K and 101K are shown as blue spheres, and the
tyrosyl residue 133Y is shown as yellow spheres.
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Fig. S3. Models for the interaction of PsbP and PsbQ with higher plant PS II. These represent two of the many possible models consistent with our findings
regarding the interactions of these components. Single PS II monomers are shown. (A and B) This model is based on the proposal of Liu et al. (1), which
positions PsbQ at the lumenal surface of the PS II dimer, proximal to the PS II monomer–monomer interface. (C and D) This model is based on the proposal of
Ido et al. (2), which positions PsbQ at the periphery of the PS II dimer, adjacent to CP43. It should be noted that in our model the position of PsbQ had to be
significantly altered compared with the positioning proposed in ref. 2 to satisfy distance constraints imposed by our cross-linking experiments. A and C are
views within the plane of the membrane, facing the PS II monomer. B and D are views of the lumenal surface of the PS II monomer. The PS II monomer–
monomer interface is indicated. CP43, dark teal (to the left); CP47, light teal (to the right); PsbE, red; PsbO, pink; PsbP, blue; PsbQ, green; all other PS II subunits
are shown in gray. The location of PsbR is not illustrated.
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Table S1. Cross-linked residues of the PsbP and PsbQ proteins associated with the PS II complex

Observed crosslinked products Cross-linked residues P value* Crystal structure distance†

Internal PsbP cross-links 1A–174K 7.0 × 10−5 NA
1A–170K 3.9 × 10−13 NA
1A–173K 1.5 × 10−11 NA
2Y–170K 7.9 × 10−11 NA

11K–13K 1.2 × 10−13 NA
11K–14K 1.0 × 10−8 NA
11K–174K 2.5 × 10−4 NA
13K–174K 6.3 × 10−5 NA
14K–174K 5.0 × 10−16 NA
33K–174K 6.3 × 10−9 9.3 Å
40K–155K 1.9 × 10−10 14.4 Å

PsbP–PsbQ cross-links PsbP:93Y–PsbQ:1E 2.0 × 10−13 NA
PsbP:96K–PsbQ:1E 1.9 × 10−18 NA

Internal PsbQ cross-links 53K–96K 3.9 × 10−9 8.5 Å
98K–133Y 3.9 × 10−8 33.1 Å

101K–133Y 1.0 × 10−15 30.0 Å

Because these are cross-linked with BS3, the distances between the cross-linked atoms are ≤11.4 Å. P values
were evaluated as described in Materials and Methods. NA, not applicable, as residues were not resolved in the
crystal structure.
*Probability that the peptide match is a random occurrence.
†Distances reported for the crystal structure of isolated PsbP (PDB ID code 2VU4) and PsbQ (PDB ID code 1VYK)
are measured between the putative cross-linked atoms (amine nitrogens or hydroxyl oxygens).
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Table S2. Radiolytically oxidatively modified residues of PsbP and PsbQ

Modified protein residues

PsbP: 14K+ca*, 15N+go*, 17E+gam, 19M+go, 20P+ca, 21Y+go, 22N+go, 24D+gam, 27K+ca, 39E+go/ca, 40K+ca, 41E+gam, 49Y+go, 50E+gam, 51D+ca/gam,
52N+go, 65P+ca/go, 66T+gam/go, 67D+gam, 68K+ca, 69K+go, 77P+ca, 78E+gam, 79D+go, 98D+ca/gam*, 100E+ca/gam*, 103F+go*, 120V+ca/go, 121V+go,
122D+gam, 124K+ca/go, 125K+ca, 139D+ca*, 140E+gam*, 143K+go, 168W+to, 172A+go, 173K+ca, 174K+ca/go, 175F+go, 176V+ca/go, 177E+gam, 179A+go,
181S+go, 182S+go

PsbQ: 1E+gam, 2A+go, 3R+ca/go, 4P+go, 5I+go, 36D+gam, 37R+ca, 38F+go, 39Y+go, 40L+ca, 41Q+go, 43L+go, 45P+ca, 46T+go, 47E+gam, 48A+go, 50Q+go,
51R+ca, 54V+ca, 55S+stcb, 56A+go, 57S+go/stcb, 58E+gam, 59I+ca, 60L+go, 61N+go, 62V+ca, 67D+go, 68R+go, 77D+gam, 78L+go, 79R+ca, 92V+ca,
94S+go, 101K+go, 103S+go, 104L+go, 105Q+ca/gam/go, 106E+gam, 107L+ca, 108T+go, 109S+go, 110K+ca, 118L+ca/go, 119D+gam, 120H+go, 121A+go, 122A+go,
123K+ca, 124I+ca, 125K+ca, 124I+ca, 125K+ca, 126S+go, 127P+ca/go, 128T+go, 129E+gam, 130A+go, 131E+gam, 132K+ca, 133Y+go

Individual residues are listed along with the modifications observed. In some instances, different modifications were observed for the same residue on
different peptides. Data were collected for 0, 4, 8, and 16 s of irradiation. The unions of these sets of data are shown in the table. For a complete list of
oxidative modification types, the amino acids targeted, and mass modifications searched for in this study, see ref. 1. ca, carbonyl addition (+14 amu); gam, Glu/
Asp modification (–30 amu); go, general oxidation (+16 amu); stcb, serine/threonine carbonyl (–2 amu); to, triple oxidation (+48 amu).
*Residue not resolved in the crystal structure of spinach PsbP (PDB ID code 1VYK).
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